Principles of Laser

Spectroscopy and
Ouant{im Optics

/
-

Paul R. Berman

Wiadimir 5. Malinowvsky



TR
Principles of Laser
Spectroscopy and
Quantum Optics
TR



This page intentionally left blank



Principles of Laser
Spectroscopy and
Quantum Optics

Paul R. Berman
Viadimir S. Malinovsky

PRINCETON UNIVERSITY PRESS = PRINCETON AND OXFORD



Copyright © 2011 by Princeton University Press
Published by Princeton University Press, 41 William Street,
Princeton, New Jersey 08540

In the United Kingdom: Princeton University Press, 6 Oxford Street,
Woodstock, Oxfordshire OX20 1TW
press.princeton.edu

All Rights Reserved

Library of Congress Cataloging-in-Publication Data
Berman, Paul R., 1945-
Principles of laser spectroscopy and quantum optics / Paul R. Berman,
Vladimir S. Malinovsky.

p. cm.
Includes bibliographical references and index.
ISBN 978-0-691-14056-8 (hardback : alk. paper) 1. Quantum optics.
2. Laser spectroscopy. L. Malinovsky, Vladimir S., 1962— 11 Title.
QC446.2.B45 2011
535'.15—dc22 2010014005

British Library Cataloging-in-Publication Data is available

This book has been composed in Sabon
Printed on acid-free paper. co

Typeset by S R Nova Pvt Ltd, Bangalore, India
Printed in the United States of America

10987654321



To the memory of

Belle and Solomon Berman

To the memory of

Antonida Malinovskaya and Sergey Bortkevich



This page intentionally left blank



ContentsIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIII

Preface

1  Preliminaries

1.1
1.2

Atoms and Fields
Important Parameters

1.3 Maxwell’s Equations

1.4 Atom-Field Hamiltonian

1.5 Dirac Notation

1.6 Where Do We Go from Here?

1.7 Appendix: Atom-Field Hamiltonian
Problems
References
Bibliography

2 Two-Level Quantum Systems

2.1

2.2
2.3
2.4

2.5
2.6

2.7

2.8
2.9

2.10

Problems
References

Review of Quantum Mechanics

2.1.1 Time-Independent Problems

2.1.2 Time-Dependent Problems

Interaction Representation

Two-Level Atom

Rotating-Wave or Resonance Approximation

2.4.1 Analytic Solutions

Field Interaction Representation

Semiclassical Dressed States

2.6.1 Adiabatic Following

General Remarks on Solution of the Matrix Equation
#(2) = A()y(r)

2.7.1 Perturbation Theory

2.7.2  Adiabatic Approximation

2.7.3 Magnus Approximation

Summary

Appendix A: Representations

2.9.1 Relationships between the Representations
Appendix B: Spin Half Quantum System in a Magnetic Field
2.10.1 Analytic Solutions—Magnetic Case

Bibliography

XV

NI RN I NG NSR TN

10
13
14
15

17
17
17
19
21
23
25
28
32
36
39

42
43
43
43
45
45
46
47
48
50
54
55



viii = CONTENTS

3 Density Matrix for a Single Atom

3.1
3.2
3.3
3.4
3.5

3.6
3.7

3.8
Problems
References

Density Matrix

Interaction Representation

Field Interaction Representation

Semiclassical Dressed States

Bloch Vector

3.5.1 No Relaxation

3.5.2 Relaxation Included

Summary

Appendix A: Density Matrix Equations in the Rotating-Wave
Approximation

3.7.1 Schrodinger Representation

3.7.2 Interaction Representation

3.7.3 Field Interaction Representation

3.7.4 Bloch Vector

3.7.5 Semiclassical Dressed-State Representation
Appendix B: Collision Model

Bibliography

4 Applications of the Density Matrix Formalism

4.1
4.2
4.3
4.4
4.5
Problems
References

Density Matrix for an Ensemble
Absorption Coefficient—Stationary Atoms
Simple Inclusion of Atomic Motion

Rate Equations

Summary

Bibliography

5 Density Matrix Equations: Atomic Center-of-Mass Motion,

Elementary Atom Optics, and Laser Cooling

5.1
5.2
5.3

54
5.5

Problems
References

Introduction

Atom in a Single Plane-Wave Field

Force on an Atom

5.3.1 Plane Wave

5.3.2 Focused Plane Wave: Atom Trapping
5.3.3 Standing-Wave Field: Laser Cooling
Summary

Appendix: Quantization of the Center-of-Mass Motion
5.5.1 Coordinate Representation

5.5.2  Momentum Representation

5.5.3 Sum and Difference Representation
5.5.4 Wigner Representation

Bibliography

56
56
62
63
66
67
70
74
75

75
75
76
76
76
77
78
80
81
82

83
83
85
91
95
96
97
98
98

99

99
100
101
102
103
105
109
110
110
112
113
113
115
118
119



CONTENTS

6 Maxwell-Bloch Equations

6.1

6.2

6.3
6.4
6.5
6.6
6.7

Problems

Wave Equation

6.1.1 Pulse Propagation in a Linear Medium

Maxwell-Bloch Equations

6.2.1 Slowly Varying Amplitude and Phase Approximation
(SVAPA)

Linear Absorption and Dispersion—Stationary Atoms

Linear Pulse Propagation

Other Problems with the Maxwell-Bloch Equations

Summary

Appendix: Slowly Varying Amplitude and Phase

Approximation—Part II

Bibliography

7 Two-Level Atoms in Two or More Fields: Introduction to
Saturation Spectroscopy

7.1

7.2
7.3

7.4
7.5
7.6

7.7

Problems

References

Two-Level Atoms and N Fields—Third-Order Perturbation
Theory

7.1.1 Zeroth Order

7.1.2  First Order

7.1.3  Second Order

7.1.4 Third Order

N = 2: Saturation Spectroscopy for Stationary Atoms

N = 2: Saturation Spectroscopy for Moving Atoms in
Counterpropagating Fields—Hole Burning

7.3.1 Hole Burning and Atomic Population Gratings

7.3.2  Probe Field Absorption

Saturation Spectroscopy in Inhomogeneously Broadened Solids
Summary

Appendix A: Saturation Spectroscopy—Stationary Atoms in One
Strong and One Weak Field

Appendix B: Four-Wave Mixing

Bibliography

8 Three-Level Atoms: Applications to Nonlinear
Spectroscopy—Open Quantum Systems

8.1

8.2

8.3

Hamiltonian for A, V, and Cascade Systems
8.1.1 Cascade Configuration

8.1.2 Vand A Configurations

8.1.3 All Configurations

Density Matrix Equations in the Field Interaction
Representation

Steady-State Solutions—Nonlinear Spectroscopy

= X

120
120
121
123

124
125
128
129
130

130
134
135

136

136
138
138
139
139
141

144
144
146
149
151

151
153
155
157
157

159
159
161
162
163

163
165



X

= CONTENTS

8.3.1 Stationary Atoms

8.3.2 Moving Atoms: Doppler Limit
8.4 Autler-Townes Splitting
8.5 Two-Photon Spectroscopy
8.6 Open versus Closed Quantum Systems
8.7 Summary

Problems

References
Bibliography

9

Three-Level A Atoms: Dark States, Adiabatic Following,
and Slow Light

9.1 Dark States

9.2 Adiabatic Following—Stimulated Raman Adiabatic Passage
9.3 Slow Light

9.4 Effective Two-State Problem for the A Configuration

9.5 Summary

9.6 Appendix: Force on an Atom in the A Configuration

Problems

References
Bibliography

10 Coherent Transients

10.1 Coherent Transient Signals
10.2 Free Polarization Decay
10.2.1 Homogeneous Broadening
10.2.2 Inhomogeneous Broadening
10.3 Photon Echo
10.4 Stimulated Photon Echo
10.5 Optical Ramsey Fringes
10.6 Frequency Combs
10.7 Summary
10.8 Appendix A: Transfer Matrices in Coherent Transients
10.9 Appendix B: Optical Ramsey Fringes in Spatially Separated
Fields

Problems
References
Bibliography

11 Atom Optics and Atom Interferometry

11.1 Review of Kirchhoff-Fresnel Diffraction
11.1.1 Electromagnetic Diffraction
11.1.2 Quantum-Mechanical Diffraction
11.2 Atom Optics
11.2.1 Scattering by an Amplitude Grating
11.2.2 Scattering by Periodic Structures—Talbot Effect
11.2.3 Scattering by Phase Gratings—Atom Focusing

169
169
172
176
178
179
179
182
182

184
184
188
191
196
198
199
200
202
203

206
206
210
210
212
214
219
222
225
228
229

231
235
237
240

242
242
242
246
248
250
253
254



11.3

11.4

Problems

References

CONTENTS

Atom Interferometry

11.3.1 Microfabricated Elements

11.3.2 Counterpropagating Optical Field Elements
Summary

Bibliography

12 The Quantized, Free Radiation Field

12.1
12.2

12.3

12.4

12.5
12.6

Free-Field Quantization

Properties of the Vacuum Field

12.2.1 Single-Photon State

12.2.2 Single-Mode Number State
12.2.3 Quasiclassical or Coherent States
Quadrature Operators for the Field
12.3.1 Pure 7 State

12.3.2 Coherent State

Two-Photon Coherent States or Squeezed States
12.4.1 Calculation of Uy (z)

Phase Operator

Summary

12.7 Appendix: Field Quantization

Problems

References

12.7.1 Reciprocal Space

12.7.2 Longitudinal and Transverse Vector Fields
12.7.3 Transverse Electromagnetic Field

12.7.4 Free Field

Bibliography

13 Coherence Properties of the Electric Field

13.1

13.2

13.3

13.4

Coherence: Some General Concepts

13.1.1 Time versus Ensemble Averages

13.1.2 Classical Fields

13.1.3 Quantized Fields

Classical Fields: Correlation Functions

13.2.1 First-Order Correlation Function

13.2.2 Young’s Fringes

13.2.3 Intensity Correlations—Second-Order Correlation
Function

13.2.4 Hanbury Brown and Twiss Experiment

Quantized Fields: Density Matrix for the Field and Photon

Optics

13.3.1 Coherent State

13.3.2 Thermal State

13.3.3 P(«) Distribution

13.3.4 Correlation Functions for the Field

Summary

Xi

263
266
267
274
275
277
279

280
280
283
284
285
286
291
292
293
293
296
298
300
300
302
303
304
308
308
310
311

312
312
312
314
314
315
315
319

322
325

326
327
328
329
330
336



Xii ®m  CONTENTS

Problems
References
Bibliography

14 Photon Counting and Interferometry
14.1 Photodetection
14.1.1 Photodetection of Classical Fields
14.1.2 Photodetection of Quantized Fields
14.2 Michelson Interferometer
14.2.1 Classical Fields
14.2.2 Quantized Fields
14.3 Summary
Problems
References
Bibliography

15 Atom-Quantized Field Interactions
15.1 Interaction Hamiltonian and Equations of Motion
15.1.1 Schrodinger Representation
15.1.2 Heisenberg Representation
15.1.3 Hamiltonian
15.1.4 Jaynes-Cummings Model
15.2 Dressed States
15.3 Generation of Coherent and Squeezed States
15.3.1 Coherent States
15.3.2 Squeezed States
15.4 Summary
Problems
References
Bibliography

16 Spontaneous Decay
16.1 Spontaneous Decay Rate

16.2 Radiation Pattern and Repopulation of the Ground State

16.2.1 Radiation Pattern

16.2.2 Repopulation of the Ground State
16.3 Summary
16.4 Appendix A: Circular Polarization
16.5 Appendix B: Radiation Pattern

16.5.1 Unpolarized Initial State

16.5.2 z-Polarized Excitation

16.5.3 Other than z-Polarized Excitation

16.6 Appendix C: Quantum Trajectory Approach to Spontaneous

Decay
Problems
References
Bibliography

336
337
338

339
339
340
343
346
347
349
355
355
357
357

358
358
358
359
360
363
367
371
371
372
372
373
374
374

375
375
382
383
387
389
389
392
395
395
397

397
399
401
401



CONTENTS = xiii

17 Optical Pumping and Optical Lattices 402
17.1 Optical Pumping 402
17.1.1 Traveling-Wave Fields 403
17.1.2 z-Polarized Excitation 407
17.1.3 Irreducible Tensor Basis 409
17.1.4 Standing-Wave and Multiple-Frequency Fields 411
17.2 Optical Lattice Potentials 414
17.3 Summary 417
17.4 Appendix: Irreducible Tensor Formalism 417
17.4.1 Coupled Tensors 417
17.4.2 Density Matrix Equations 418
Problems 420
References 421
Bibliography 421
18 Sub-Doppler Laser Cooling 422
18.1 Cooling via Field Momenta Exchange and Differential
Scattering 423
18.1.1 Counterpropagating Fields 425
18.2 Sisyphus Picture of the Friction Force for a G = 1/2 Ground
State and Crossed-Polarized Fields 433
18.3 Coherent Population Trapping 436
18.4 Summary 437
18.5 Appendix: Fokker-Planck Approach for Obtaining the Friction
Force and Diffusion Coefficients 437
18.5.1 Fokker-Planck Equation 437
18.5.2 G = 1/2; lin_Llin Polarization 441
18.5.3 G =1 to H = 2 Transition; o, — o_ Polarization 443
18.5.4 Equilibrium Energy 445
Problems 449
References 451
Bibliography 452

19 Operator Approach to Atom-Field Interactions:

Source-Field Equation 453
19.1 Single Atom 454
19.1.1 Single-Mode Field 454
19.1.2 General Problem—# Field Modes 456
19.2 N-Atom Systems 460
19.3 Source-Field Equation 461
19.4 Source-Field Approach: Examples 465
19.4.1 Average Field and Field Intensity in Spontaneous
Emission 466
19.4.2 Frequency Beats in Emission: Quantum Beats 467
19.4.3 Four-Wave Mixing 468
19.4.4 Linear Absorption 469

19.5 Summary 470



Xiv. =  CONTENTS

Problems
References
Bibliography

20 Light Scattering
20.1 General Considerations: Perturbation Theory
20.2 Mollow Triplet
20.2.1 Dressed-State Approach to Mollow Triplet
20.2.2 Source-Field Approach to Mollow Triplet
20.3 Second-Order Correlation Function for the
Radiated Field
20.4 Scattering by a Single Atom in Weak Fields: G # 0
20.5 Summary
Problems
References
Bibliography

21 Entanglement and Spin Squeezing
21.1 Entanglement by Absorption
21.2 Entanglement by Post-Selection—DLCZ Protocol
21.3 Spin Squeezing
21.3.1 General Considerations

21.3.2 Spin Squeezing Using a Coherent Cavity Field

21.4 Summary
Problems
References
Bibliography

Index

470
472
472

474
475
479
483
485

486
487
488
489
490
490

492
493
498
499
500
502
505
505
506
507

509



PrefacellllIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIIII

This book is based on a course that has been given by one of us (PRB) for more
years than he would like to admit. The basic subject matter of the book is the
interaction of optical fields with atoms. This book is divided roughly into two parts.
In the first half of the book, fields are treated classically, while atoms are described
using quantum mechanics. In the context of this semiclassical theory of matter—field
interactions, we establish the basic formalism of the theory and go on to discuss
several applications. Most of the applications can be grouped under the general
heading of laser spectroscopy, although both atom optics and atom interferometry
are discussed as well. An emphasis is placed on introducing the physical concepts
one encounters in considering the interaction of radiation with matter. In the second
half of this book, the electromagnetic field is quantized, and problems are discussed
in which it is necessary to use a fully quantized picture of matter—field interactions.
Spontaneous emission is a prototypical problem in which a quantized field approach
is needed. We examine in detail the radiation pattern and atomic dynamics that
accompany spontaneous emission. An extension of this work to optical pumping,
sub-Doppler laser cooling, and light scattering is also included.

This book is intended to serve a dual purpose. First and foremost, it can be used
as a text in a course that follows an introductory graduate-level quantum mechanics
course. There is undoubtedly too much material in the book for a one-semester
course, but the core of a one-semester course could include chapters 1 to 8, 10, 12 to
16, and 19. The heart of this book is chapters 2 and 3, where the basic formalism is
introduced for both atomic state amplitudes and density matrix elements. Chapters
on slow light, atom optics and interferometry, optical pumping, sub-Doppler laser
cooling, light scattering, and entanglement can be added as time permits. The second
purpose of this book is to provide a reference for graduate students and others
working in atomic, molecular, and optical physics.

There are many excellent texts available that cover the fields of laser spectroscopy
and quantum optics. While presenting topics that are covered in many of these texts,
we try to complement the approaches that have been given by other authors. In
particular, we give a detailed description of different representations that can be used
to analyze problems involving matter—field interactions. A semiclassical dressed-
state basis is also defined that allows us to effectively solve problems involving
strong fields. The chapters on atom optics and interferometry, optical pumping,
light scattering, and sub-Doppler laser cooling offer material that may not be
readily available in other introductory texts. The advantages and use of irreducible
tensor formalism are explained and encouraged. On the other hand, we discuss
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only briefly, or not at all, such topics as superradiance, laser theory, bistability,
nonlinear optics, Bose condensates, and pulse propagation. To keep this book to
a manageable size, we chose to concentrate on a limited number of fundamental
applications. Moreover, although references to experimental results are given, there
is no reproduction of experimental data.

Each chapter contains a problems section. The problems are an integral part of
any course based on this book. They extend and illustrate the material presented
in the text. Many of the problems are far from trivial, requiring an intensive effort.
Students who work through these problems will be rewarded with an improved
understanding of matter—field interactions. Many problems require the students to
use computational techniques. We plan to post Mathematica notebooks that contain
algorithms for some of the calculations needed in the problems on the website
associated with this book (http://press.princeton.edu/titles/9376.html). Moreover,
we will use the website to post errata, offer additional problems, and discuss any
topics that have been brought up by readers.

We would like to thank Yvan Castin, Bill Ford, Galina Khitrova, Jean-Louis Le
Gouét, Rodney Louden, Hal Metcalf, Peter Milonni, Ignacio Sola, and Kelly Younge
for their helpful comments. PRB would especially like to acknowledge the many
discussions he had with Duncan Steel on topics contained in this book, as well as
his encouragement in the endeavor of writing this text. We would also like to thank
Boris Dubetsky for a careful reading and his critique of chapters 10 and 11 and
Michael Martin and Jun Ye for their comments on section 10.3.

Last, but not least, we benefited from the continual support of our wives (Debra
and Svetlana) and families.

Ann Arbor, MI; Hoboken, NJ Paul Berman
June 2010 Vladimir Malinovsky
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Preliminaries

1.1 Atoms and Fields

As any worker knows, when you come to a job, you have to have the proper tools
to get the job done right. More than that, you must come to the job with the proper
attitude and a high set of standards. The idea is not simply to get the job done but to
achieve an end result of which you can be proud. You must be content with knowing
that you are putting out your best possible effort. Physics is an extraordinarily
difficult “job.” To understand the underlying physical origin of many seemingly
simple processes is sometimes all but impossible. Yet the satisfaction that one gets in
arriving at that understanding can be exhilarating. In this book, we hope to provide a
foundation on which you can build a working knowledge of atom-field interactions,
with specific applications to linear and nonlinear spectroscopy. Among the topics to
be discussed are absorption, emission and scattering of light, the mechanical effects
of light, and quantum properties of the radiation field.

This book is divided roughly into two parts. In the first part, we examine the
interaction of classical electromagnetic fields with quantum-mechanical atoms. The
external fields, such as laser fields, can be monochromatic, quasi-monochromatic,
or pulsed in nature, and can even contain noise, but any guantum noise effects
associated with the fields are neglected. Theories in which the fields are treated
classically and the atoms quantum-mechanically are often referred to as semiclassical
theories. For virtually all problems in laser spectroscopy, the semiclassical approach
is all that is needed. Processes such as the photoelectric effect and Compton
scattering, which are often offered as evidence for photons and the quantum nature
of the radiation field can, in fact, be explained rather simply with the use of classical
external fields. The price one pays in the semiclassical approach is the use of a
time-dependent Hamiltonian for which the energy is no longer a constant of the
motion.

Although the semiclassical approach is sufficient for a wide range of problems,
it is not always possible to consider optical fields as classical in nature. One might
ask when such quantum optics effects begin to play a role. Atoms are remarkable
devices. If you place an atom in an excited state, it radiates a uniquely quantum-type
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field, the one-photon state. One of the authors (PRB) is a former student of
Willis Lamb, who claimed that it should be necessary for people to apply for
a license before they can use the word photon. Lamb was not opposed to the
idea of a quantized field mode, but he felt that the word photon was misused
on a regular basis. We will try to explain the distinction between a one-photon
field and a photon when we begin our discussion of the quantized radiation
field.

The field radiated by an atom in an excited state has a uniquely quantum
character. In fact, any field in which the average value of the number operator
for the field (average number of photons in the field) is less than or on the order
of the number of atoms with which the field interacts must usually be treated
using a quantized field approach. Thus, the second, or quantum optics, part of
this book incorporates a fully quantized approach, one in which both the atoms
and the fields are treated as quantum-mechanical entities. The advantage of using
quantized fields is that one recovers a Hamiltonian that is perfectly Hermitian and
independent of time. The most common quantum optics effects are those associated
with spontaneous emission, scattering of external fields by atoms, quantum noise,
and cavity quantum electrodynamics. There is another class of problems related to
quantized field effects involving van der Waals forces and Casimir effects, but we do
not discuss these in any detail [1].

1.2 Important Parameters

Why did the invention of the laser cause such a revolution in physics? Laser fields
differ from conventional optical sources in their coherence properties and intensity.
In this book, we look at applications that exploit the coherence properties of lasers,
although complementary textbooks could be written in which the emphasis is on
strong field-matter interactions. Moreover, we touch only briefly on the current
advances in atto-second science that have been enabled using nonlinear atom-field
interactions. Even if we deal mainly with the coherence properties of the fields, our
plate is quite full. Historically, the coherence properties of optical fields have been
one of the limiting factors in determining the ultimate resolution one can achieve
in characterizing the transition frequencies of atomic, molecular, and condensed
phase systems. It will prove useful to list some of the relevant frequencies that one
encounters in considering such problems.

First and foremost are the transition frequencies themselves. We focus mainly
on optical transitions in this text, for which the transition frequencies are of order
wo/2m ~ 5 x 10'* Hz. The laser fields needed to probe such transitions must have
comparable frequencies. The first gas and solid-state lasers had a very limited range
of tunability, but the invention of the dye laser allowed for an expanded range
of tunability in the visible part of the spectrum. One might even go so far as to
say that it was the dye laser that really launched the field of laser spectroscopy.
Since that time, the development of tunable semiconductor-based and titanium-
sapphire lasers operating at infrared frequencies, combined with frequency doublers
(nonlinear optical crystals) and frequency dividers (optical parametric amplifiers and
oscillators), has enabled the creation of tunable coherent sources over a wide range
of frequencies from the ultraviolet to the far-infrared.
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Assuming for the moment that such sources are nearly monochromatic (typical
line widths range from kHz to GHz), there are still underlying processes that limit
the resolution one can achieve using laser sources to probe atoms. In other words,
suppose that two transition frequencies in an atom differ by an amount A f. What
is the minimum value of Af for which the transitions can be resolved? The ultimate
limiting factor for any transition is the natural width associated with that transition.
The natural width arises from interactions of atoms with the vacuum radiation
field, leading to spontaneous emission. Typical natural widths for allowed optical
transitions are in the range y,/27 ~ 107 — 10% Hz, where y, is a spontaneous
emission decay rate. For “forbidden” transitions, such as those envisioned as the
basis for optical frequency standards, natural line widths can be as small as a Hz
or so. The fact that an allowed transition has a natural width equal to 10® Hz does
not imply that the transition frequency can be determined only to this accuracy. By
fitting experimental line shapes to theory, one can hope to reduce this resolution by
a factor of 100 or more.

The natural width is referred to as a homogeneous width since it is the same for all
atoms in a sample and cannot be circumvented. Another example of a homogeneous
width in a vapor is the collision line width that arises as a result of energy shifts of
atomic levels that occur during collisions. If the collision duration (typically of order
S ps) is much less than all relevant timescales in the problem, except the optical
period, then collisions add a homogeneous width of order 10 MHz per Torr of
perturber gas pressure [1 Torr = (1/760)atm ~ 133 Pa ~ 1 mmHg]. This width is
often referred to as a pressure broadening width.

Even if there are no collisions in a vapor, linear absorption or emission line shapes
can be broadened by an inhomogeneous line broadening mechanism, as was first
appreciated by Maxwell [2]. In a vapor, the moving atoms are characterized by a
velocity distribution. As viewed in the laboratory frame, any radiation emitted by an
atom is Doppler shifted by an amount (wg/27)(v/c) (Hz), where v is the atom’s speed
and c is the speed of light. For a typical vapor at room temperature, the velocity
width is of order 5 x 102 m/s, leading to a Doppler width of order 1.0 GHz or so. In
a solid, crystal strain and fluctuating fields can give rise to inhomogeneous widths
that can be factors of 10 to 100 times larger than Doppler widths in vapors. As you
will see, it is possible to eliminate inhomogeneous contributions to line widths using
methods of nonlinear laser spectroscopy.

Another contribution to absorption or stimulated emission line widths is so-
called power broadening. The atom—field interaction strength in frequency units is
Qo/27m >~ 12 E/ b, where 15 is a dipole moment matrix element, E is the amplitude
of the applied field that is driving the transition, » = 27h = 6.63 x 1073*] - s is
Planck’s constant, and € is referred to as the Rabi frequency.! For a 1-mW laser
focused to a 1-mm? spot size, Qo/27 is of the order of several MHz and grows as
the square root of the intensity. Of course, power broadening can be reduced by
using weaker fields.

For vapors, there is an additional cause of line broadening. Owing to their
motion, atoms may stay in the atom—field interaction region for a finite time 7, which

1 We refer to quantities such as the transition frequency wy, the optical field frequency w, the Rabi
frequency Q, and the detuning § as “frequencies,” even though they are actually angular frequencies,
having units of s~!. To obtain frequencies in Hz, one must divide these quantities by 27.
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TABLE 1.1

Typical Values for Line Widths and Shifts.
Width or shift Typical value
Natural width 5 to 100 MHz
Doppler width 1 GHz
Collision broadening 10 MHz/Torr
Power broadening 0 to 10 MHz
Transit-time broadening 1to 10° Hz
Light shifts 1to 10°Hz
Zeeman shifts 14 GHz/T
Recoil shift 10 to 100 kHz

gives rise to a broadening in Hz of order 1/(27t). For laser-cooled atoms, such
transit-time broadening is usually negligible (on the order of a Hz or so), but in a
thermal vapor it can be as large as a hundred KHz for laser beam diameters equal
to 1 mm.

The broadening limits the resolution that one can achieve in probing atomic
transitions with optical fields. One must also contend with shifts of the optical
transition frequency resulting from atom-field interactions. If the optical fields are
sufficiently strong, they can give rise to light shifts of the transition frequency that
are of order Q2/(278) (Hz), where §/27 is the frequency mismatch between the the
atomic transition and the applied field frequencies in Hz (assumed here to be larger
than the natural or Doppler widths). Light shifts range from 1Hz to 1 MHz for
typical powers of continuous-wave laser fields.

Magnetic fields also result in a shift and splitting of energy levels, commonly
referred to as a Zeeman splitting. The magnetic interaction strength in frequency
units is of order pp/h ~ 14 GHz/T, where ug = 9.27 x 1072*JT~! is the Bohr
magneton. As a consequence, typical level splittings in the Earth’s magnetic field are
on the order of a MHz.

Last, there is a small shift associated with the recoil that an atom undergoes when
it absorbs, emits, or scatters radiation. This recoil shift in Hz is of order (hk)?/(2h M),
where fik is the momentum associated with a photon in the radiation field, and M is
the atomic mass. Typical recoil shifts are in the 10 to 100 kHz range.

These frequency widths and shifts are summarized in table 1.1. The resolution
achievable in a given experiment depends on the manner in which these shifts or
widths affect the overall absorption, emission, or scattering line shapes.

As we go through applications, the approximations that we can use are dictated
by the values of these parameters. If you keep these values stored in your memory,
you will be well on your way to understanding the relative contributions of these
terms and the validity of the approximations that will be employed.

1.3 Maxwell’'s Equations

Throughout this text, we are interested in situations where there are no free currents
or free charges in the volume of interest. That is, we often look at situations where
an external field is applied to an ensemble of atoms that induces a polarization in
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the ensemble. We set B = uoH (neglecting any effects arising from magnetization),
but do not take D = goE. Rather, we set D = gE + P, where the polarization P
is the electric dipole moment per unit volume. We adopt this approach since the
polarization is calculated using a theory in which the atomic medium is treated
quantum-mechanically.

With no free currents or charges and with B = poH, Maxwell’s equations can be
written as

V- (e0E+P) =0, (1.1a)
VxE=—@, (1.1b)
ot
Ve =y BT 110
V.B=0. (1.1d)
The quantity
wo =4m x 1077 T - m/A (1.2)

is the permeability of free space, while
g0~ 8.85 x 1077 C*/N - m? (1.3)

is the permittivity of free space. All field variables are assumed to be functions of
position R and time ¢.
From equation (1.1), we find

V x (VxE)=V(V-E)— V’E

d 3’E 9P
=——(VxB)=-— — — o= 1.4
a7 (VX B)=—pofo—g — Hos (1.4)
or
3’E 9P
~V(V-E)+ V’E — nogo—5 = Ho— - 1.5
( )+ H0E0 5y = Mo 5 (1.5)
In free space, V- E = 0 and P = 0, leading to the wave equation
1 9%E
vy Ot
where the wave propagation speed in free space is equal to
1
vy = : (1.7)
/ H0€0

Historically, by comparing the electromagnetic (i.e., that based on the force between
electrical circuits) and the electrostatic units of electrical charge, Wilhelm Weber
had shown by 1855 that the value of 1/(uos9)'/?> was equal to the speed of
light within experimental error. This led Maxwell to conjecture that light is an
electromagnetic phenomenon [3]. One can only imagine the excitement Maxwell
felt at this discovery.
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We return to Maxwell’s equations later in this text, but for now, let us consider
plane-wave solutions of equations (1.5) and (1.1) for which we can take V - E = 0.
We still do not have enough information to solve equation (1.5) since we do
not know the relationship between P(R,#) and E(R, ¢). In general, one can write
PR, t) = eox, - E(R, t), where x, is the electric susceptibility tensor, but this does
not resolve our problem, since x, is not yet specified. To obtain an expression for
X > one must model the medium—field interaction in some manner. Ultimately, we
calculate yx, using a quantum-mechanical theory to describe the atomic medium.

For the time being, however, let us the assume that the medium is linear,
homogeneous, and isotropic, implying that x, is a constant times the unit tensor
and independent of the electric field intensity. Moreover, if we neglect dispersion
and assume that yx, is independent of frequency over the range of incident field
frequencies, then it is convenient to rewrite x, as

Xe=m"—1, (1.8)

where 7 is the index of refraction of the medium. In these limits, equation (1.5)
reduces to
2 52
n- 0°E
VE- —— =0, 1.9

2 912 (1.9)
where ¢ is the speed of light in vacuum. Neglecting dispersion, the fields propagate
in the medium with speed v = ¢/#, as expected.

For a monochromatic or nearly monochromatic field having angular frequency
centered at w, the magnetic field (or, more precisely, the magnetic induction) B is
related to the electric field via

k xE
s (1.10)

w

where k is the propagation vector having magnitude k = nw/c. It then follows that
the time average of the Poynting vector, S = E x H=E x B/, is equal to

_|EP*n
20

~ 1 ~
(S) k:insoc|E|2k (1.11)
for optical fields having electric field amplitude |E| and propagation direction
k =k/k.
By using the Poynting vector, one can calculate the electric field amplitude from
the field intensity using

E =+/2cuo [(S)] ~27.5¢/S V/m, (1.12)

where S = [(S)| is expressed in W/m?, and we have taken #» = 1. At the surface
of the sun, § ~ 6.4 x 10”7 W/m?, giving a value E ~ 2.2 x 10° V/m. This is to be
compared with the value E ~ 5 x 10" V/m at the Bohr radius of the hydrogen
atom and a value E &~ 1 x 10° V/m, which is the breakdown voltage of air. For
a He-Ne laser having 1 mW of continuous-wave (cw) power focused in 1 mm?,
S ~ 103 W/m?, and for an Ar ion laser having 10 W of cw power focused in 1 mm?,
S ~ 107 W/m?. Semiconductor diode lasers produce tunable cw output in the mW
to W range, having central frequencies that can range from the near-ultraviolet to the
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infrared. Ti:sapphire lasers produce several watts of tunable cw radiation centered
in the infrared. Pulsed lasers provide much higher powers (but for short intervals
of time so that the average energy in the pulse rarely exceeds a Joule or so). In
1965, Nd:YAG lasers produced 1 m] in 1 us—if focused to 1 mm?, S ~ 10° W/m?,
which produces an E field on the order of the breakdown voltage of air. Currently,
Ti:sapphire lasers produce pulsed output with average powers as large as a few watts
and pulse lengths as short as a few fs. In 2007, the power output of the Hercules
laser at the University of Michigan was on the order of 100 TW = 10'* W, with
power densities greater than 1022 W/cm?.

From the field amplitude E and the dipole moment matrix element 1, associated
with the atomic transition that is being driven by the field, one can calculate the Rabi
frequency Qo = w12 E/h. Typically, 1, is of order eap, where e = 1.60 x 1077 C
is the magnitude of the charge of the electron, and ap = 5.29 x 107" m is the
Bohr radius. A power of 1 W/cm? corresponds to E &~ 3 x 103 V/m, which in turn
corresponds to a Rabi frequency on the order of Qo ~ 108 s~! or Qo/27 ~ 10" Hz =
10 MHz.

1.4 Atom-Field Hamiltonian

In dealing with problems involving the interaction of optical fields with atoms, one
often makes the dipole approximation, based on the fact that the wavelength of
the optical field is much larger than the size of an atom. You may recall that the
leading term in the interaction between a neutral charge distribution and an electric
field that varies slowly on the length scale of the charge distribution is the dipole
coupling, —u - E, where u is the dipole moment of the charge distribution, and E is
the electric field evaluated at the center of the charge distribution.

Thus, it is not unreasonable to take as the Hamiltonian for an N-electron atom
interacting with an optical field having electric field E(R, ) a Hamiltonian of the
form

~

N P2
H= ZM Hatom+VAF’ (113)
where
= p?
Hao Z L (1.14)
is the atomic Hamiltonian, and
Var = —i - E(Rcy. t) (1.15)

is the atom-field interaction Hamiltonian. In these equations, Rcy is the position
and Pcy the momentum operator associated with the center of mass of an atom
having mass M, p; is the momentum operator of the jth electron in the atom, 2 is
the electron mass,

N
p=—e) r (1.16)
j=1



8 = CHAPTER1

is the electric dipole moment operator of the atom, r; is the coordinate of the jth
electron relative to the nucleus, V¢ is the Coulomb interaction between the charges
in the atom, and A> = A - A for any vector A. To a good approximation, Rcy
coincides with the position of the nucleus. The Hamiltonian (1.13) provides the
starting point for semiclassical calculations of atom—field interactions in the dipole
approximation. You are urged to study the appendix in this chapter, where further
justification for the choice of this Hamiltonian is given.

1.5 Dirac Notation

It is assumed that anyone reading this text has been exposed to Dirac notation.
Dirac developed a powerful formalism for representing state vectors in quantum
mechanics. Students leaving an introductory course in quantum mechanics often
can use Dirac notation but may not appreciate its significance. It is not our intent
to go into a detailed discussion of Dirac notation. Instead, we would like to remind
you of some of the features that are especially relevant to this text.

It is probably easiest to think of Dirac notation in analogy with a three-
dimensional vector space. Any three-dimensional vector can be written as

A= Ai+ Aj+ Ak, (1.17)

where Ay, Ay, A, are the components of the vector in this x, y, z basis. We can
represent the unit vectors as column vectors,

1 0 0
i=[o], i=(1], xk={0], (1.18)
0 0 1

such that the vector A can be written as
A=A |. (1.19)

Of course, the basis vectors 1, j, k are not unique; any set of three noncollinear
unit vectors would do as well. Let us call one such set uy, u, us, such that

A = Ajuy + Auy + Asus. (1.20)

The vector A is absolute in the sense that it is basis-independent. For a given basis,
the components of A change in precisely the correct manner to ensure that A remains
unchanged. We are at liberty to represent the basis vectors as

1 0\ /0
ol.(1].[o (1.21)
0/ \o 1

in any one basis, but once we choose this basis, we must express all other unit vectors
in terms of this specific basis. The example in the problems should make this clear.
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In quantum mechanics, we express a state vector in a specific basis as

N
) =" Adn), (1.22)
n=1

where the sum is over all possible states of the system. In contrast to the case of three-
dimensional vectors, this expansion rarely has a simple geometrical interpretation.
Rather, the abstract state vector or ket ) is expanded in terms of a basis set of
eigenkets. In analogy with the case of vectors, one can take |#) as a column matrix
in which there is a 1 in the nth row and a zero everywhere else. We are free to choose
only one set of basis functions with this representation.

In Dirac notation, state vectors are represented by column vectors, and operators
are represented by matrices. Thus, an operator B can be written as

N
B= " Byln) (ml, (1.23)

n,m=1

where the bra (m| can be represented as a row matrix with a 1 in the mth location
and a zero everywhere else. The basis operator |n) (m| is then an N x N matrix with
a 1 in the mmth location and zeros everywhere else. Typically, one writes a matrix
element of B as B,,, = (n| B|m). This tells you nothing about how to calculate
these matrix elements; moreover, the matrix elements depend on the basis that is
chosen.

In general, we know only that any Hermitian operator has an associated set of
eigenkets, such that the operator is diagonal in the basis of these eigenkets. For
example, the states |E) are eigenkets of the energy operator Hj the fact that H
is diagonal in the |E) basis does not provide any prescription for calculating the
diagonal elements (eigenvalues). In essence, one must often revert to the Schrodinger
equation in coordinate space to obtain the eigenvalues, although it is sometimes
possible to use operator techniques (as in the case of a harmonic oscillator) to deduce
the energy spectrum.

1.6 Where Do We Go from Here?

Now that we have reviewed some of the concepts that are needed in the following
chapters, it might prove useful to formulate a strategy for optimizing the benefits
that you can derive from this text. There are many excellent texts on quantum
mechanics, laser spectroscopy, lasers, nonlinear optics, and quantum optics on the
market. Several of these are listed in the bibliography at the end of this chapter.
Some of the material that we present overlaps with that in other texts, so you may
prefer one treatment to another. You are urged to consult other texts to complement
the material presented herein. In fact, there are many topics that we barely touch
on at all, such as collective effects, laser theory, optical bistability, and quantum
information.

The problems form an integral part of this text. Some of the problems are far
from trivial and require considerable effort, but the more problems you are able to
solve, the better will be your understanding. Hopefully, the text will provide a useful
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reference to which you can return as needed. Some of the calculations that would
disrupt the development are included as appendices in the chapters.

The first few chapters are devoted to a study of a classical electromagnetic field
interacting with a “two-level” atom. These chapters are really the heart of the
material. They provide the fundamental underlying formalism and must be mastered
if the various applications are to be appreciated. Let’s get started!

1.7 Appendix: Atom-Field Hamiltonian

The atom—field Hamiltonian can be written using different degrees of sophistication.
In Coulomb gauge, one can choose the “minimal-coupling” Hamiltonian for a
neutral atom containing N electrons interacting with an external, classical optical

field as

. 1 . , 1L ;.
_ _ - , . 1.24
H ZM[P NeA(R, t)]* + 5 Ig_l[P, +eAR;,1)]* + Ve, ( )

where A(R,?) is the vector potential of the external field, i’ is the momentum
operator of the nucleus having mass M and coordinate R, P; is the momentum
operator of the jth electron having mass 7 and coordinate R, e is the magnitude of
the electron charge, and

N 2

N
. 1 Ne? 1 €
Voo — 1.25
¢ 4req Z |R/'—R| " 8mep . Z - Rij ( !
i=1 i, j=Li#]

is the Coulomb potential energy of the charges in the atom (R;; = R; — R;). You
are probably familiar with Hamiltonians of the form (1.24) from your quantum
mechanics course. The external electric field is transverse and is related to the vector
potential via E; (R, t) = —0A(R, t)/9t. The magnetic field is given by B(R,t) =
V x AR, 2).

The Hamiltonian (1.24) leads to the correct force law for the time rate of
change of the average momentum of the charges. To show this, we recall that the
expectation value of any quantum-mechanical operator O evolves as

1

d(Oy/dt = %qd H)), (1.26)

where [O, H] is the commutator of O and H. As such, one finds

(P) — NeA(R, t)

A = (V), (1.27a)

~ 1 ~ =«
d(R)/dt = —([R, H]) =
ih

N 1 5 . P;) + eA(R;, .
d(R))/dt = —([R;, H]) = <’>++’” = (¥;), (1.27b)
~ 1 ~ =« 1 ~ N
d(P)/dt = —(IP, H]) = =5 (Vk[P — NeA(R, 1)]*) — (Ve Vc)

= Ne((V- VR)A(R, 1)) + Ne(¥) x B(R, #) — (VR V¢), (1.27¢)
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where ¥ =[P — NeA(R, )]/ M is the operator associated with the nuclear velocity,
Vi = [P; + eA(R;, t)]/m is the operator associated with the velocity of electron
j, and the vector identity V(F-F) = 2[(F- V)F+Fx(V x F)] has been used in

equation (1.27c¢). It then follows that

A0 _dip) L 9AR. 1)

At dt ot

_dp) JAR.E) .
= = = Ne | === 4 ((¥- VR)A(R. 1)
= Ne[EL(R, t) + (V) x BR, )] — (Vg Vc). (1.28)

Similarly, one can find that the force on the jth electron is
_dw)
dt
Equations (1.28) and (1.29) constitute the Lorentz force law. This provides some
justification for use of the Hamiltonian (1.24).
In most cases to be considered in this text, the wavelength of the optical field

is much larger than the size of the atom. In this limit, one can make the dipole
approximation and set A(R;, t) ~ A(R, t) such that the Hamiltonian (1.24) becomes

= —¢[E (R}, 2) + (V;,)xB(R;, )] — (VR, V¢). (1.29)

.1 . 1 L R
H=—[P— NeAR, t)]* + — Z[P, +eAR, 1)]> + Ve, (1.30)
2m

2M .
j=1

along with the corresponding Schrodinger equation

l.hawr/,R, £)

o = Hy(rj, R, 1), (1.31)

where r; = R;—R is the relative coordinate of electron j. The Coulomb potential is
a function of all the 7;’s and 7;;’s, where r;; = |r; —r;].

If we are dealing with a more than one electron atom, there is no way in which
the problem can be separated into motion of the center of mass and motion of each
electron relative to the center of mass. Since such a separation is possible only for
a two-body system, we consider that case first and then generalize the results to an
N-electron system. For a one-electron atom,

1

N ~ 1 A N
H= m[P —eAR, 1)])* + %[Pl +eAR, 1) + Vel(ry)

P2 p2 P, P
=—— + -1 +eAR,1)- (1—>
m m

AR P (11 5
+ SRERIE (g ) + et (1.32)

Defining conjugate coordinates and momenta for the center-of-mass motion via

_ MR+ R,

Rey= —————+, Pey=P+Py, 1.33
cM (m+ M) cM 1 ( )
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and that for the relative coordinates via

N Mf’1 — mP
= = R —_ R’ = — T 1,34
== ="M (1.34)
one finds that the Hamiltonian (1.32) is transformed into
. p2 1/1 1 .
H=—SM 4 ([~ 4 ) [p+eAR P+ V
2(m+M)+2(m+M>[p+e RO+ Velr)
P +—1[+A(R 1> + Velr) (1.35)
oM 2m p—re cM,t clr). .

This result suggests that, for an N-electron atom interacting with an external field,
we take as our Hamiltonian

NI VR 2, v
H:i+%§jl[p,+eA<RCM, n]” + Ve, (1.36)

where the p; are momenta conjugate to the relative coordinates r;, and the Coulomb
potential is

N
N 1 Ne? 1 e
Ve=— — E —. (1.37)
4meq 4 r; 8mep i
j=1 "/ ij=liizj "

This Hamiltonian can be put in a somewhat simpler form if we carry out a unitary
transformation of the wave function given by

W(rj, Rem, 1) = U@y (rj, Rom, 0), (1.38)
where the unitary operator U(z) is defined by

A

U(t) = exp [—;ﬂ -ARcwm, t)] , (1.39)

with
N
f=—e) r; (1.40)

the electric dipole moment operator for the atom. The dependence of U on the time
has been noted explicitly.
Under this transformation,

IW(r;, Remt) o s L oU(t) A
ih% = U(t)AUT (1)U (r}, Row, t) + zh%U‘(t)\If(rj, Reu, 2) (1.41)

and using the fact that

eBe ! = B+[A, B]+%[A, [A, B]] +--- (1.42)
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and
AU(t) ~. JARCM, t) o~
in? o) = o AR D gy 140y = By Rew ), (1.43)
one finds
. 3‘~I’(I‘,’,RCM,Z’) IA)%:M N 15% ~ N
i = |51 T2 5+ Ve— - EL(Rom. 0) | W(rj. Reu. 2),

(1.44)
neglecting terms that are vcy/c smaller than the interaction term that arise from the
commutator [+ f - A(Rcm, ), PCM/ZM]

As a consequence, the effective Hamiltonian for this system can be written as

P

H: M +Hatom+VAFv (145)
where
N p?
Hoo L 1.46
; o (1.46)
is the atomic Hamiltonian, and
Var = —f-Ei (Rom, ) (1.47)

is the atom-field interaction Hamiltonian. Note that the Hamiltonians (1.36) and
(1.45) lead to the same values for expectation values of operators, even if the wave
function transformation given by equation (1.38) can be quite complicated.

Problems

1. Go online or to other sources to determine the fine and hyperfine separations
in the 3S and 3P levels (as well as the 3S;,,-3P1,2 3,2 separations) in 23Na and
the fine and hyperfine separations in the 5S and SP levels (as well as the 5S;,-
5P1/2,3/2 separations) in 85Rb.

2. Estimate the Doppler width and collision width on the 3S-3P transition
in 2’Na. To estimate the Doppler width, assume a temperature of 300K.
To estimate the collision width per Torr of perturber gas, assume that the
perturbers undergoing collisions with the sodium atoms are much more

massive than sodium and that the collision cross section is 10 A”. Compare
your answer with data on broadening of the sodium resonance line by rare gas
perturbers.

3. Estimate the recoil frequency in Na and Rb.

4. Look up the transition matrix elements for 3 Rb to estimate the Rabi frequency
for a laser field having 10 mW of power focused to a spot size of 50 um?.

5. Consider the two-dimensional vector A = i+ 2j. Take as your basis states

() »=(0)
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N

=]

10.

11.
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where
it
Uj) = ——.
1,2 ﬁ

Express the unit vectors i and j in this basis, and find the coordinates. Show
explicitly that Aju; + Ayuy = A+ Ayj.

. Derive equation (1.27c).
. Prove that

dAR,?)  9A(R,?)
I a +(v-V)AR, )

for a vector function A(R, ¢), with v = R.

. Derive equation (1.44) from equation (1.41).
. Show that the analogue of the wave equation (1.5) for the displacement vector

D(R, #) is

2 9
VD — pnogo

Pl —Vx(V xP).

For an infinite square well potential, show that an arbitrary initial wave
packet will return to its initial state at integral multiples of a revival time
T = (4ma?)/mh, where m is the mass of the particle in the well, and a is the
width of the well.
The radiative reaction rate y, for a classical oscillator having charge e, mass
m, and frequency w is given by
1 2é%w?
=53
v 4meg 3 3
Show that
V2 hw 1 e 1
Z=aps—, OFs= o N o,
1) mc? 4meg he 137

and estimate this ratio for an electron oscillator having a frequency corre-
sponding to an optical frequency.
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Two-Level Quantum Systems

The general subject matter of this text is the interaction of radiation with matter. A
“two-level” atom driven by an optical field is considered to be a prototypical system.
We examine this problem from several different points of view and use different
analytical tools to solve the relevant equations. It may seem like a bit of overkill, but
this is a building block problem that must be understood if further progress is to be
achieved. Moreover, the problem of a two-level atom interacting with a radiation
field has many more surprises than you might expect. As a result, you will learn some
interesting physics as we go along. Many different mathematical representations are
used, and you might ask if this is really necessary. It turns out that each of these
representations is well-suited to specific classes of problems involving the interaction
of radiation with matter. At first, we consider generic quantum systems, but focus
eventually on the two-level atom. Appendix A contains a summary of the various
representations that are introduced.

2.1 Review of Quantum Mechanics
2.1.1 Time-Independent Problems

We are interested in problems that can be termed semiclassical in nature. In such
problems, the atoms are treated quantum mechanically, but the external fields
with which they interact are treated classically. Before discussing time-dependent
Hamiltonians, let us review time-independent Hamiltonians, H = FH(r), for an
effective one-electron atom with the electron’s position denoted by r.

For such Hamiltonians, an arbitrary wave function v (r, #) can be expanded as

Y, t) =Y an()¥ulr), (2.1)
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and an arbitrary state vector | (¢)) as

() = alt)ln), (2.2)

where ¥,(r) is the eigenfunction, |n) is the eigenket, and a,(¢) is the probability
amplitude associated with state 7. The eigenfunctions and eigenkets are solutions of
the time-independent Schrodinger equation,

Hyu(x) = Exulr). (2.3)
where H is an operator, or
Hin) = E,|n), (2.4)
where H is a matrix. Recall that the eigenfunctions are related to the eigenkets via
Un(r) = (r|n), (2.5)

where |r) is the eigenket of the position operator.
It follows from the Schrodinger equation

iha‘[’g’ D _ frye. (2.6)
and equation (2.1) that the probability amplitudes obey the differential equation
iha,(t) = E,a,(t), (2.7)

where a dot above a symbol indicates differentiation with respect to time. The
solution of this equation is

an(t) = exp (—i Ent/B) a,(0). (2.8)

In Dirac notation, H is a matrix whose elements depend on the representation
chosen (it is diagonal in the energy representation), and the Schrédinger equation
can be written

ihahgim = H|y (). (2.9)

If we try a solution of the type (2.2) in Eq. (2.9), then the a,(¢), arranged as a column
vector a(f), obey the differential equation

iha(t) = Ha(z), (2.10)

which has as its solution
a(t) = exp (—iHt/h) a(0), (2.11)

where exp (—iHt/h) is defined by its series expansion,

. Hr 1 Hr\?
exp(—th/h)=1—1h+2!<—zh> 4 (2.12)
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Of course, the solutions (2.8) and (2.11) are equivalent, since
(n|exp (—iHt/h) |n') = exp (—i E,t/h) 8,0.,r, (2.13)

where §,,,, is the Kronecker delta, equal to 1 if # = #’ and zero otherwise.

These results imply that the state populations |a,(t)]*> are constant. In other
words, the populations of the eigenstates of a time-independent Hamiltonian do not
change in time. Even though the populations remain constant, this does not imply
that the quantum system is just sitting around doing nothing. You already know
that a free-particle wave packet spreads in time, for example. The dynamics of a
quantum system is determined by both the absolute value of the state amplitudes
(which are constant) and the relative phases of these amplitudes (which vary linearly
with time). Moreover, the expectation values of Hermitian operators depend on
bilinear products of the probability amplitudes and their conjugates, as is discussed
in chapter 3. Since physical observables are associated with Hermitian operators,
the average values of these quantities can be functions of time. For example, the
average dipole moment or average momentum of an harmonic oscillator is periodic
with the oscillator period if the oscillator is prepared initially in a superposition of
eigenstates.

If we can solve the Schrodinger equation for the eigenstates and expand the initial
state in terms of the eigenstates, the expansion coefficients totally specify the time
evolution of the state. Unfortunately, it is often difficult to obtain analytic solutions,
and one must rely on approximate or numerical solutions. Fortunately, with the
availability of high-speed computers and assorted software, numerical solutions that
were once a challenge can be obtained with a few keystrokes.

2.1.2 Time-Dependent Problems

Often, we are confronted with problems where we can solve for the eigenstates of
part of the Hamiltonian. Suppose that we can write

Hir,t) = Hy(r) + V(r, 1), (2.14)

H(z) = Ho + V(2), (2.15)

where V(r, 7) represents the interaction of a classical, time-dependent field with
the quantum system, and Hy(r) is the Hamiltonian for the quantum system in the
absence of the interaction. For example, Hy(r) can be the Hamiltonian of an isolated
atom, and V(r, ¢) can be the interaction energy associated with an atom driven by a
classical optical field. If F(r, ) depends on time, the energy is no longer a constant
of the motion. Let the eigenstates of Hy(r) be noted by v,,(r) and the eigenkets of Hy
by |n), such that

%(I)Wn“') = Enwn(ﬂa (216)

or, in Dirac notation,

Ho|n) = E,|n). (2.17)
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Again, we expand

Y(r 1) = an(t)Pulr). (2.18)

From the Schrodinger equation

0y (r, t) N N

ih——"— = [Ho(r) + V(r, )]y (r. 1), (2.19)
it then follows that
ihY an()Pa(r) = Fo(r) > an(t)Pulr) + V(r, 1) > an(t)¥ulr). (2.20)
In Dirac notation, the analogous equations are
W, 2)) =Y an(t)|n), (2.21)
mw — [Ho + V()] |¥(r, 2)), (2.22)
ihY_an(t)ln) =Ho Y _an(t)lm) + V(1) Y an(t)ln). (2.23)

Using the orthogonality of the eigenfunctions or eigenkets [that is, multiplying
equation (2.20) by ¥%(r) and integrating over r, or equation (2.23) by (#/|], we find
that the state amplitudes evolve as

ihay(t) = Enan(t) + Y Vinlt)an(t), (2.24)

where the matrix element V,,,(t) is defined as

V() = (n|V(2)m)
= /(nlr)(rIV(t)Ir’)(r'Im)drdr'

= /drdr/wn(r)V(r, 1)8(r — '), (1)

= / Y (r) V(r, t)m(r) dr. (2.25)
We can write equation (2.24) as the matrix equation
tha(t) = Ea(z) + V(¢)a(t), (2.26)

where E is a diagonal matrix whose elements are the eigenvalues of Fy(r) (E is
simply equal to Hy written in the energy representation), and V() is a matrix having
elements V,,,(t). The fact that V(¢) is not diagonal, in general, implies that there are
transitions between the eigenstates of Hy.

It makes sense to talk about transitions between eigenstates of Hy only if the
interaction V(¢) has not distorted the original quantum system to a state where it is
unrecognizable. Otherwise, it might not be possible to measure a physical quantity
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that corresponds to properties of Hy. Consider, for example, the hydrogen atom in
a static electric field. There are no stationary states for this system; however, for
sufficiently small values of the field, it makes perfect sense to talk about this field
inducing transitions between states of the hydrogen atom. If the field interaction
strength becomes comparable with the energy separation of populated states of the
atom, however, a proper description would involve the use of the eigenstates of the
composite system of atom plus field.

To obtain the dynamics, one must solve equation (2.26) for the state amplitudes.
If V(¢) is a finite matrix, the coupled equations can be solved by computer. As with
any differential equation, you can obtain an analytic solution only if you already
know the solution. You can guess a solution based on what others have learned in
the past. For example, based on the solution of the scalar equation

ihx(t) = f(t)x(2), (2.27)

which is
—_— l t ! d / 0 2 28
x(t) exp / f(¢')dt'| x(0), (2.28)

you might think (and you would have some company) that a solution to
equation (2.26) is

a(t) = exp {—;_L [Et + /Ot V(t') dt’} } a(0), (2.29)

but you would be wrong, as is discussed in section 2.7.3. Only in the limiting case
that V is independent of time is it possible to write the solution as

a(t) = exp [—;(E + V)t] a(0). (2.30)
In general, however, it is impossible to obtain analytic solutions to equation (2.26)
when V is a function of time.

2.2 Interaction Representation

In some sense, we have finished. Either we can solve equation (2.26) or we cannot.
That does not prevent us from modifying these equations into what may be more
convenient forms. Remember, however, that modifying the equations does not make
them solvable, but it may reveal a structure where the solution is more apparent.
The first such modification that we use, applicable to any time-dependent quantum
problem, involves an interaction representation. The idea behind the interaction
representation is to have the state amplitudes be constant in the absence of the
interaction V(¢). To accomplish this, one must remove the rapidly varying phase
factor exp(—i E,t/h) from the state amplitudes by writing

W) = calt)eE" (2.31)
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or

Zc —iEdt/Ry (1). (2.32)

It then follows from the Schrodinger equation that the amplitudes c¢,(¢) of the
interaction representation obey the differential equation

ihé,(t Zvnm cmlt)e =N [VI)] L cmlt), (2.33)

where
@ = (E;, — Ei) /R (2.34)
is a transition frequency, and
(V)] = e Vi(t) (2.35)

is a matrix element in the interaction representation.
From equations (2.21) and (2.31), one sees that the amplitudes a,,(¢) and c,(t) are
related by

a,(t) = cp(t)e B, (2.36)
In matrix form, equation (2.36) can be written as
a(z) = Up()c(2), (2.37)
where
Uy(t) = e Hot/h = =iEt/R (2.38)
is an evolution operator associated with Hy that satisfies the differential equation
iU (t) = HoUo(t) = EUy(2), (2.39)

subject to the initial condition Uy(0) = 1. Combining equations (2.26) and (2.37),
we find

iha(t) = ih[Uo(2)e() + U (t)e(t)]

= ihUy(t)c(t) + Ea(t) = Ea(t) + V(t)a(2), (2.40)
from which it follows that
ine(t) = UL (t)V(1) U (t)c(z) = VE(z)e(z), (2.41)
where
VI(t)= U} (t)V(t)U, (1) = ety (z)e~ ot/ (2.42)

and we have used the fact that Ug(t)Uo(t) = 1. Equation (2.41) is equivalent to
equation (2.26). The interaction representation does not make the problem easier
to solve—it only simplifies the notation. Transitions from state # to m are driven
effectively when V,,,,,(¢) has Fourier components at the frequency separation w,;,.
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J=1

— Y =0

Figure 2.1. For z-polarization of an incident optical field nearly resonant with an atomic
transition from a | = 0 ground state to a | = 1 excited state, the atom can be approximated
as a two-level quantum system.

A final point to note:

W (@) = cultle M m) = cu(t)ln' (1)), (2.43)

where |7!(t)) = exp(—iE,t/h)|n). In the interaction picture, the eigenkets |7 (t))
have time dependence. It is important not to forget this time dependence when
calculating expectation values of operators. In general, the interaction representation
is used often in numerical solutions rather than the Schrodinger representation; in
this manner, one need not start the integration until the interaction is turned on. In
the Schrodinger representation, the phases of the state amplitudes evolve even in the
absence of the interaction.

2.3 Two-Level Atom

To make some of these concepts more concrete, we consider now a prototypical
system, a “two-level” atom interacting with a radiation field. It is not difficult to
imagine a situation where such a two-level approximation is valid. For example, if
an optical field is nearly resonant with the ground to first excited state transition
frequency of an atom whose ground and excited states have angular momentum
quantum numbers | = 0 and | = 1, respectively, and if the field is z-polarized, then
the field interacts effectively with only two levels of the atom (see figure 2.1), the
ground state and the 7 = 0 sublevel of the excited state. To make matters simple,
we can think of the atom as a one-electron atom whose nucleus is located at position
R. The position of the electron relative to the nucleus is denoted by r.

In dipole approximation, the interaction Hamiltonian is given by equation (1.15),

VR, 7)~ Var(R, 1) ~ —ju - E(R, 1) = ef - E(R, 1), (2.44)
where ji = —ef is the atomic dipole moment operator (a matrix in the Dirac picture),

and E(R, ¢) is the electric field of the applied field, evaluated at the nuclear position.
Recall that the charge of the electron is —e in our notation. If atomic motion is
neglected, as we assume in this chapter, we can set R = 0.

The applied electric field at the nucleus of the atom is assumed to vary as

1 . . . .
E(t) = 2| Eo(t)| cos [wt — ¢(t)] = i2|E0(t)| [e¥leiot 4 gmiellgier] | (2.45)
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where

lEo(t)e_i”’t _! |Eo(t)] &'#V et (2.46)
2 2

is the positive frequency component of the field, Ey(t) = | Eo(t)| ¢'¢") is the complex
amplitude of the field, w is the carrier frequency of the field, and ¢(¢) is the phase of
the field. Both the amplitude and the phase can be functions of time. A time-varying
amplitude could correspond to a pulse envelope, while a time-varying phase gives
rise to a frequency “chirp” (a frequency that varies in time). With this choice of field,
the interaction Hamiltonian becomes

V(r, t) = e2|Eo(t)| cos [wt — ¢(1)], (2.47)
where Z is the z-component of the position operator.

For our two-level atom, the energy of the ground state is taken as —hwy/2 and
that of the excited state as hwy/2. Denoting the ground-state eigenket as |1) and
the excited-state eigenket as |2), we can write the probability amplitudes and matrix
elements of the interaction Hamiltonian as

a
a= (é) (2.48)

and
Via = ez12 | Eo(#)] cos [wt — (2)] (2.49a)
Va1 = eza1 | Eo(t)] cos [wt — ¢(2)], (2.49b)
Vit =V =0, (2.49¢)
where
zi2 = (11212) = 212]11)" = 23, . (2.50)

The diagonal elements of the interaction Hamiltonian vanish since the operator
Z has odd parity. In general, the matrix element 215 is complex, but any single
transition matrix element can be taken as real by an appropriate choice of phase in
the wave function. (However, if zq, is taken to be real, then we are not at liberty to
take x5 as real, since the phase of the electronic part of the wave function has been
fixed—the matrix element of one component only of ry; can be taken as real, and this
choice determines whether the other components are real or complex.) Therefore,
we can set

ez1y = ez = — ()12 (real), (2.51)

Vio = Vo1 = —(u2)12| Eo(2)] cos|wt — ¢(t)], (2.52)
and write the Hamiltonian as
_ _ h —w 0
H(t)_H0+V(t)_2( 0 )
0

1Q0(2)| cos [wt — ¢(2)]
h (IQo(t)Icos [wt — ¢(1)] 0 >, (2.53)
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TABLE 2.1
Commonly Used Symbols.
E(t) = %é [Eo(t)e"" + Ej(t)e™] Electric field
Eo(t) = | Eo(2)] €'®®) Complex electric field amplitude
i Atomic dipole moment operator
Qo(t) = —(ft)21 - €Eo(2)/R Rabi frequency
x(t) = —(fu)21 - €Eo(t)/2R Rabi frequency/2
Wy = w1 Atomic transition frequency
S =wy)y—w Atom-field detuning
where
Q0(t) = —(12)21 Eo(t)/h = |Qo(t)] £ (2.54)

is known as the Rabi frequency and is a measure of the atom-field interaction
strength in frequency units. The Rabi frequency is defined such that it is positive
for positive Ey(¢) and z1. Equation (2.26) for the probability amplitude a(¢) can be
written as

zha(t) — h —wo 2 |QO(t)| Ccos [wt - ¢(t)]> a(t) ) (255)

2 <2 |Q20(2)] cos [wt — ¢(2)] o

This equation can be solved numerically.
Note that the Hamiltonian can be recast as

H(z) = —%az—khlﬁo(t)lcos [wt — p(t)] 04, (2.56)

where the Pauli spin matrices are defined as

ax=<(1)(1)),ayz(?6i>,az=(é_01>. (2.57)

This is the same type of Hamiltonian that one encounters for the interaction of
the spin of the electron with a magnetic field, a problem that is considered in
appendix B.

Before we move on, it might be useful to list some of the symbols we introduce
in this chapter and in chapter 3. You can refer to table 2.1 to remind yourself of the
definitions of these commonly used symbols.

2.4 Rotating-Wave or Resonance Approximation

Although equation (2.55) can be solved numerically, it is best to gain some physical
insight into this equation before launching into any solutions. You should not be
deceived by the apparent simplicity of these coupled equations. There are books
devoted to their solution [1,2], and even numerical solutions can be difficult to
obtain in certain limits [2]. Equation (2.55) characterizes the interaction of an optical
field with an atom.
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Without solving the problem, one can ask under what conditions the field is
effective in driving transitions between levels 1 and 2. Let us assume that the
amplitude |Q(z)| and phase ¢(¢) of the field are slowly varying on a timescale of
order w~! and that |(wy — @) /(wo + ®)| < 1 and |Q0(t)/(wo + ®)| < 1. In that case,
the field can be considered to be quasi-monochromatic and is effective in driving the
1-2 transition, provided that (wy — ) is small compared with |Q¢(?)].

The equation for a(¢) can be written as

h —w Qo(t)e_iwt + Qa(t)eiwt
iha(t) = = _ , a(z). (2.58)
2\ Qo(t)e ™ + Qi(t)ei wo
In the interaction representation, the corresponding equation for ¢(#) is
N 0 Qo(t)e Heotelt 4 Qg(t)e_’&
th(t) - 5 <Qo(t)ei6t + Qa(t)ei(woﬁu)t 0 C(t)’ (259)
where
oft) = (Cl ) (2.60)
1)
and
S=w)—w (2.61)

is the atom—field detuning. In the interaction representation, we see that there are
terms that oscillate with frequency wy + @ and those that oscillate at frequency
8. Moreover, we expect that there can also be oscillation at frequency Q¢(#). As
long as [Q0(f)/(wp + )| < 1, |8/(wo + w)| < 1, the rapidly oscillating terms
do not contribute much since they average to zero in a very short time. In other
words, if we take a coarse-grain time average over a time interval much greater than
1/(wo + w), the contribution from these rapidly varying terms would be negligibly
small compared with the slowly varying terms. The neglect of such terms is called
the rotating-wave approximation (RWA) or resonance approximation. The reason
for the nomenclature rotating wave will soon become apparent. In the RWA,
equations (2.58) and (2.59) become

iha(t) = 72’ <§20_w0 Qé(t)eiwt> A .62

2 (e wy
A * —iét
ine(r) = 5 < o (?)eiﬁf Qo(t()f ) o). (2.63)

At this point, it is useful to remind oneself that small is a relative term and, even
more importantly, that just being relatively small does not mean that a term can
automatically be neglected. (A “small” dog can still give you a serious bite.) As a
simple example, consider exp[i(1000 + 1)]. Even though 1 « 1000, neglecting the
second term in the exponential produces totally erroneous results. When parameters
appear in exponents, their absolute value must be much less than unity before they
can be neglected.

With this reminder, let us estimate the corrections to equations (2.62) and
(2.63) produced by the rapidly varying (or counterrotating) terms as follows. The
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amplitude equations in the interaction representation are

a(t) = [—ix*()e ™ —ix(t)e @t ¢y (2), (2.64a)
a(t) = [—ix(@)e’® —ix*(2)e! ] ci(2), (2.64b)

where
x(£) = Q0(2)/2. (2.65)

Formally integrating equation (2.64b) for ¢, (z),
t
at)=al0)-i [ [ + e | ad @60
0

and substituting this result into equation (2.64a), we obtain
t
a(t) = —ix e e(t) — x(t)/ e F Nl () ey (¢) dY
0
t
—x(peiTer / e x(H)er(t') dt' — ix(t)e ey (0).  (2.67)
0

If ¢12(¢) and x(t) are slowly varying with respect to e "@+®?  then the third
and fourth terms are rapidly varying and can be neglected in this order of
approximation.! Integrating the second term in equation (2.67) by parts, we find
X*(B)ei(t) — e "0t x*(0)c (0)

i(woy + )

t
/ e—i(wo-t-w)(t—t/)x*(t/)cl(t/)dt/ ~
0
1 Lo nd
_ —i(wo+w)(t—t') * [ 4/ ’ ’ 2
7z,(wo+w)/o e gy [x*()er(t)] dt. (2.68)

Neglecting the last term in equation (2.68) as well as the rapidly varying term
proportional to x*(0)c1(0), we obtain

t *
/ gmilontali=t) (1 (1) dy ~ ) (2.69)
0 i(wy + o)
Equation (2.67) for ¢;(t) takes the form
2
ihci(t) = —h X (2)] c1(t) + By *(t)e e (2) . (2.70)
wo + @
Similarly, for ¢, (#) we find
2
ies(t) = BXD )+ hypreen o), 2.71)
woy + o

From equations (2.70) and (2.71), we see that energy of level 1 is shifted down
by k| x(2)]?/(wo + w) and energy of level 2 is shifted up by %|x (¢)|?/(wo + ). These
level shifts are known as Bloch-Siegert shifts [4], which tend to be more important

1 Actually, the third term can contribute a correction of order |x (t)|/w; however, this correction would
depend on the phase of the field and would vanish on averaging over a random distribution of field
phases—for a good discussion of this problem, see the article by Shirley [3].
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Y 1

Figure 2.2. Two-level quantum system with applied field frequency w, transition frequency
o, and detuning § = wy — w.

in magnetic field interactions since the level spacings are much smaller. The shift
Rlx(t)]?/(wo + w) is the lead term in a power series expansion. There are other
shifts (light shifts) that arise from virtual transitions to states outside the two-level
subspace that are comparable in magnitude and must be included if the correct value
for the shift is to be obtained. If x (£) ~ 103 s~', the shift is of order 1.0 s~!, or about
101 of an optical frequency. The stability and precision of lasers has reached the
point where such resolution is achievable.
If the Bloch-Siegert shifts are neglected, the equations in the RWA become

ci(t) = —ix*(t)e ™ ey(t), (2.72a)
e(t) = —ix(t)e’eq(t). (2.72b)

These equations look deceptively simple. For a wide range of parameters, they are
easy to solve numerically; however, if the envelope x(#) corresponds to a pulse
having duration T and if |§|T > 1, the numerical solutions can become extremely
challenging. The reason for this is that the transition amplitudes are exponentially
small in |8|T, requiring very small round-off errors, while the step size required for
the calculations varies inversely with |§| T. The effective two-level system is depicted
in figure 2.2.

2.4.1 Analytic Solutions

When x(2) = |x(t)|e’??) is a function of time, there are very few analytic solutions
of equation (2.72), although there are certain combinations of |x ()| and ¢(¢) for
which the equations can be solved analytically [5-7]. If ¢(¢) is constant and § # 0,
the only smooth symmetric pulse shape for which an analytic solution is possible is
the hyperbolic secant pulse shape [8]. In that case, the amplitudes can be expressed
as hypergeometric functions. Analytic solutions are also possible for ¢(¢) = 0 [x (¢)
real] and § = 0, or for x(#) = constant.
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2411 ¢=0,8=0

In this case, the amplitude equations (2.72) become

c1(t) = —ix(t)ea(t) (2.73a)

e (t) = —ix(t)er(t). (2.73b)
Making the transformation

ci(t) = c1(t) £ ca(t), (2.74)

we obtain differential equations of the form
cx(t) = Fix (t)ex(t), (2.75)
which have solutions
ca(t) = eF Jox®d (o), (2.76)

where ¢+ (0) = ¢1(0) & ¢»(0) are the initial conditions for the probability amplitudes.
In terms of ¢;(¢) and ¢, (¢), the solution is

c1(t) = cos [0(t)] ¢1(0) — i sin [0(t)] c2(0), (2.77a)
c(t) = —isin[6(t)] ¢1(0) 4+ cos [6(2)] c2(0), (2.77b)
where
0(t) = "dt'. 2.78
0= [ xwrds (2.78)

The interpretation of these equations is straightforward. The two levels are degener-
ate in the interaction representation, and the driving field couples the states. The
dynamics does not depend on the details of the pulse at any time, only on the
integrated value 6(z).

In the case of an applied pulse such as a Gaussian which “turns on” at t = —o0,
the initial conditions should be taken at £ = —oco, in which case the solution becomes

c1(t) = cos [0(t)] c1(—00) — i sin[6(t)] c2(—00), (2.79a)
¢ (t) = —isin[6(t)] c1(—00) + cos [0(t)] ca(—o0), (2.79b)

where 0(t) = fioo x(t')dt’. Note that, if at t = —00, ¢1(—00) = 1 and ¢;(—o0) = 0,
then

|c2(00)|* = sin* [8(c0)] (2.80)
where
Oloo) = A/2 = /oo x (&) dt, (2.81)

and A is the referred to as the pulse area. The pulse area determines how much
population is transferred from the initial to final state. For reasons to be discussed
in connection with the Bloch vector in chapter 3, A is defined such that a pulse
area of w corresponds to a complete inversion, |ci(c0)] = 0, |ca(o0)] = 1; a
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pulse area of /2 results in an equal superposition of ground and excited states,
le1(00)] = |e2(00)] = 1/v/2.

We have arrived at a fairly interesting result. By controlling the pulse area, one
can determine the degree of excitation that is achieved. We will explore applications
involving a series of pulses in the context of optical coherent transients. At this point,
however, it might be useful to point out that the use of a 7 pulse for level inversion
is not a “robust” method. One must ensure that the pulse intensity is uniform over
the entire sample and that the pulse area is exactly equal to 7 to ensure that all the
atoms are inverted.

2.4.1.2 x(t) = Ry/2 is constant
In this case, equations (2.72) reduce to

i

ci(t) = 5 Qe "¢y (1), (2.82a)
& t) = —%Qoei‘Stcl(t). (2.82b)
Taking the derivative of equation (2.82b) and using equation (2.82a), we obtain
Q2
£ (t) — i8éx(t) + | :' o(t) = 0. (2.83)
The characteristic equation of Eq. (2.83) has roots
5+ Q
2 = i s (2.84)
2
where
Q= /62 + Q2 (2.85)

is known as the generalized Rabi frequency. It then follows that the solution of
equation (2.83) is

. Qt
ca(t) = e*? | Acos su + Bsin | — | |. (2.86)
2 2
Similarly, we obtain a solution for ¢ () as
. Q Qt
cr(t) = 12 {Dcos (;) + Esin (2)} . (2.87)

Only two of the coefficients A, B, D, and E can be independent since we started
with two, first-order coupled differential equations—the constants are related
through the differential equations. It is convenient to take A and D as independent
since, clearly, A = ¢;(0) and D = ¢4(0). Using equations (2.82), (2.83), and (2.86),
we can write

k *
éﬂO):—i%cﬂO):—i%A:—i%D—i—%E, (2.88)
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which gives

5 Q
E:lﬁqm%ﬁz$Q®L (2.89)
Similarly,
.Qo .0
B=—i— —i— ) 2.
i o c1(0) chz(O) (2.90)

Last, the solution of equations (2.82) is

ci(t) = e 2 { [cos (?) + ig sin (?)] c1(0) — i%g sin (?) cz(O)} ,
e (t) = e {—igzzo sin (?) c1(0) + [cos (S;t) — i% sin <S;t>} 62(0)} .

(2.91b)

This solution is of fundamental importance since it gives the response of a two-level
atom to a monochromatic field. Note that the amplitudes depend nonlinearly on the
applied amplitude—the atom acts as a nonlinear device, in contrast to a harmonic
oscillator.

If ¢1(0) =1, ¢(0) = 0, then

2 10 . 5 (Q
lea(t)]” = o7 sin <2t . (2.92)

The population oscillates as a function of time. This is known as Rabi flopping. On
time average,

1 1 )
T2 Q2 282419

|c2(2)1? (2.93)

Graphs of |c2(2)]? as a function of time and the time-averaged population |c,(2)|2
versus § are shown in figures 2.3 and 2.4, respectively.

For 8] > |Q0l, lc2(8)]2 ~ |Q0]* /(282). This is a somewhat surprising result.
Even though the field is off resonance, the transition probability falls off inversely
only as 1/82. In fact, we can turn off the field at a time t = T = 7/ and find
that |c,(T)|> & |Qo]* /8%. From the energy-time uncertainty principle (which is not
a rigorous result, as are uncertainty relations involving noncommuting operators
in quantum mechanics), we might expect that the transition probability would
vanish at least exponentially as |5|T. (Recall that increasing the light intensity in
the photoelectric experiment does not increase the number of photoelectrons if the
field frequency is not sufficiently high.) What is going on?

Had the field been turned on and off smoothly, one would indeed find that
lea(t)|> ~ e~ BIT) wwhere f is some positive function. However, in the calculation
that was carried out, the field is turned on instantaneously at t = 0 and turned off
instantaneously at t = T. Owing to the discontinuities in the derivative of the step
function, the Fourier components of a step function vary inversely with 8T, rather
than as an exponentially decaying function of |§|T.
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Figure 2.3. The upper state population oscillates as a function of time (Rabi flopping) for a
constant field amplitude.

(0P
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Figure 2.4. The time-averaged excited state population has a full width at half maximum
equal to 2 [Q].

2.5 Field Interaction Representation

There is another representation that is especially useful when a single quasi-
monochromatic field drives transitions between two levels or two manifolds of
levels. Instead of extracting the atomic frequency, we go into a frame rotating at
the laser frequency and write

|W(t)) = 21(t)eia)t/2|1> + Zz(t>efiwt/2|2>
G (OIL(E) + &(1)12(2)), (2.94)
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where
11(2)) = €211, (2.95a)
2(t)) = e 2)2) (2.95b)

are time-dependent kets, as were the standard interaction representation kets. The
transformation from the Schrodinger and interaction representation to the field
interaction representation can be written using a Pauli matrix as

a(t) — eiwazt/Zc(t) — eiwoazt/lc(t) (296)
or
&(2) = 72 ¢(2) . (2.97)
It follows from equations (2.97) and (2.64) that
ae) = igél(t) —ix*()E(t) —ix(t)e (1), (2.98a)
o(t) = —lgEz(t) —ix(t)E1(e) — ix*()e P& (1) (2.98b)

In a frame rotating at the field frequency, there are rapidly varying terms oscillating
at twice the field frequency. The neglect of such terms in this rotating frame is the
origin of the nomenclature RWA. In the RWA, the equations reduce to

ci(t) = i%&l(t) —ix*(t)ea (1), (2.99a)
G(t) = —i%éz(t) —ix(8)ei(t). (2.99b)
We can arrive at these equations in another fashion. The equation for a(z) is
iha(t) = H(t)a(z), (2.100)
where
H(t) = —@az + R [x(®)e ™ + x(t) e 0. (2.101)

Taking into account equations (2.96) and (2.97), we obtain

in [i%azeiw"zt/zé(t) + eiw“zf/zé} — H(2)e' ™ 2&(z), (2.102)
or
iné = (1)) , (2.103)
where
- h . .
H(r) = Twaz 4 e T2 (1) g0 (2.104)

Using the fact that [9]

e 992 (B . g) ™2 = (B .n)(n-0)—B-[nx (n x o)]cosd

—B-(n x o)sind, (2.105)
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where n is a unit vector, g is an arbitrary vector, and ¢ = 6,X + 0,y + 0,2, one can
evaluate the second term in equation (2.104) with n = 2, § = wt, and

h . )
B=— %z R [x(B)e ™ + x(1)e ] %, (2.106)
to obtain
eftwazt/ZH(t)ezwozt/Z %a’z + h[ ( ) —iwt + X(t)*e“"t}
x (oxcoswt + o ysinwt) . (2.107)
As a result, one finds
~ h ) 2x(t)e 2t 4 2y (2)*
H(t) = = , 2.108
(t) 2 <2X( )+2X( )* 2iwt § ( )
or, in the RWA,
~ — * h( —8 Q)
f(t)=h 2X(t))=< 0 ) 2.109
v <x(t) i )72\ s (2109

In terms of the Pauli matrices, the RWA Hamiltonian is

Hit —{ 80+ Re[Q0(1)]ox +Im [Q0(t)] oy} . (2.110)

The usefulness of the field interaction representation is apparent when Qo(z) is
constant. In that limit, H is time-independent, and the solution of equation (2.103)
is simply

&(t) = e~ #HI(0), (2.111)
where
eugﬁt _ 67%[7861+Re(§20)ax+Im(Qo)ay]t _ efi%n-o 7 (2.112)
and
Re (Q20) % + Im (Q0) § — 62
n= Re()X+1Im ($20)y — 2 (2.113)
Q
Since [9]
o Qt Qt
eI — Tcos < —in-osin -, (2.114)

where I is the identity matrix, one can combine equations (2.111) and (2.112) to
obtain

&) = {Icos (?) —iRe‘QO)""“‘;(QO)"y —80e @")} &0), (2.115)




TWO-LEVEL QUANTUM SYSTEMS = 35

H(t)

>|

12 —‘—_I—k 5

<
i

bE x(e*™ ——Fiw

Figure 2.5. A schematic picture of two-level atoms interacting with a radiation field in
different representations. The left panel is the Schrodinger representation, the center panel
is the interaction representation, and the right panel is the field interaction representation.

or, in matrix form,

e(t)=<cos(?)+gsm(%) ~asin (%) >e<o>, (2.116)
() cos () - fin ()

which is consistent with equations (2.91). Recall that Q = [8% + |Q2]?]'/2.

At this juncture, it is useful to take a breath and to compare the Hamiltonians
in the various representations within the RWA approximation, (figure 2.5). The
Hamiltonian in the Schrodinger representation is

- s _%. X(t)*eiwt '
) (x(t)e”"t 5

In this representation, the two levels are separated in frequency by wy and are
coupled by a field having carrier frequency w. Resonance occurs when o = wy.
The eigenkets in this case are proper, time-independent eigenkets.

When we move to the interaction representation, the effective Hamiltonian is

(2.117)

B 0 X(t)*efi&
Hl(t)_h<x<t)ei8t 0 > (2.118)

In the interaction representation, the states are degenerate, and the levels are coupled
by an effective field having frequency 8. Resonance occurs for § = 0. In this case, the
eigenkets for the effective Hamiltonian are time-dependent.

Last, in the field interaction representation, one has

_$ *
ﬁ(t):h(xé)xf) ) (2.119)
2

In the field interaction representation, the levels are separated in frequency by § and
are coupled only by the (complex) field envelope. Resonance occurs for § = 0, and
the eigenkets for the effective Hamiltonian are time-dependent.

You might ask which representation is the best to use. The answer is, “It
depends.” Rarely does one use the Schrodinger representation, except in formal
manipulations of the equations. For the two-level problem and arbitrary y(z), there
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is not much difference between the interaction and field interaction representations.
Differences between the two representations arise in problems involving more than
two levels and more than a single field. Generally speaking, the field interaction
representation is most useful when a single field drives transitions between two
manifolds of levels, while the interaction representation should be used when
fields having two or more frequencies drive transitions between two levels or two
manifolds of levels. The examples discussed in the remainder of this text help to
amplify these ideas.

2.6 Semiclassical Dressed States

The form of the Hamiltonian in the field interaction representation,

A
At =h (Xé) X(;) ) , (2.120)
2

is the springboard for yet another representation. If x(t) were constant, one would
normally solve the equation ih¢ = HE(t) by diagonalizing H and obtaining the
eigenvalues and eigenstates. Some caution is needed since the original eigenkets
in the field interaction basis are time-dependent—as a result, the new eigenkets
are time-dependent as well. The new basis is called the semiclassical dressed-state
basis since the atomic states are said to be “dressed” by the field [10-12]. A true
dressed-state basis with time-independent eigenkets is discussed in chapter 15 after
we quantize the radiation field. The semiclassical dressed-state representation is
particularly useful when the field amplitude and phase vary slowly compared with
detunings or Rabi frequencies.

The semiclassical dressed states can be given the simplest interpretation if we
redefine the field interaction representation slightly using

Y(2)) = ()P N1) 4 Gy (e)e 102 2) (2.121)

[recall that Q(t) = |Q(¢)|e’*"?)], in which the phase of the complex field amplitude
is included explicitly. With this definition, everything proceeds as before, except that
8 is replaced by

5(t) =8+ ¢(t), (2.122)
and () by |€20(¢)|. In other words, one obtains
ih(t) = H(r) &(2), (2.123)
where
o v =8(2) 1R0(2)]
m”‘z@%@l&ﬂ)' (2.124)

In this picture, the state amplitudes are coupled by the field amplitude, and the
detuning is a function of time that depends on the field phase. If ¢(¢) = 0, both field
interaction representations are equivalent.

For the most part, we will use the original definition (2.94) of the field interaction
representation, perhaps with a spatial phase extracted when we consider moving
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atoms. The second definition (2.121) will be reserved for problems involving
adiabatic states and semiclassical dressed states. To distinguish between the two
field interaction representations, we add primes to the amplitudes and state vectors
appearing in equation (2.94). Admittedly, this can be a bit confusing, but we retain
the distinction between the two field interaction representations in this chapter
and in chapter 3, since the representation (2.121) is particularly well-suited for a
discussion of adiabatic states and the Bloch vector. From chapter 4 onward, we
revert to equation (2.94) and drop all the primes.
With this modified definition, equations (2.95) are replaced by

11(2)) = lr=21012)1) | (2.125a)
12()) = e l0t=0/2 ) (2.125b)
We introduce a new basis via
I 1
|1(2)) —T() |~(t)) ’ (2.126)
|T1(2)) 12(2))
where T(¢) is an orthogonal, real matrix of the form
6(t) —sinf
T() = [ €080 —simO) ) (2.127)
sin6(t) cos6(t)

The angle 6(¢) is chosen such that T(¢) diagonalizes H(z) at time ¢.
Before calculating 0(t), we first expand the state vector as

W) =D Eaw) = > cat)lit)) =& (B)A) = cj(t)D(),  (2.128)

n=1 =111

where the superscript T means transpose,

) 11(2))
— (' ) 2.129
|fi(2)) (IZ(t)>> ( )
and
ID(t)) = 1t =T(t)|a(2)) . (2.130)
[T1(z))

It follows from equations (2.128) and (2.130) that the field interaction and dressed-
state amplitudes are related by

&)y =clT), (2.131)
or, since TT(z) = T'(z),
&) =T (t)ca(t),  calt) = T(t)E(t). (2.132)
It then follows from equation (2.123) that

iR[TT (H)ea(t) + T (0)éq] = HOT (t)ca(t). (2.133)
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or
iheq(t) = TOHE) T ()cq(t) — iRT ()T (£)cq(t) . (2.134)

The matrix T(¢) is chosen to diagonalize H(z). By demanding that T()H(z) T (2)
is diagonal, one finds that the choice

tan [20(2)] = 'iﬁx)' , (2.135a)
N AT
1 8(t)
cosf(t) = 3 [1 + Q(t)] , (2.135¢)
with
Q(t) = V8(t)* + |Q0(t)]? (2.136)
leads to
~ s h(—=Q(r) 0
TOH)T (¢) = 7 < 0 Q(t)> ) (2.137)
Moreover, since
. 0 1). .
T()T(t) = (_1 O) 0(t) =io,0(2), (2.138)
equation (2.134) becomes
. hQ(z) :
ihcy(t) = —Tasz(t) + hoy0(t)cq(t) = Ha(t)ca(t) (2.139)
where
_e _jp
Hy(t) = h( B (t)) : (2.140)
o) =

This Hamiltonian is represented schematically in figure 2.6.

The two states (which are time-dependent) are separated in frequency by €(¢) and
coupled by a term proportional to 8(z). If (¢) = 0 [that is, if Q(t) is constant], there is
no coupling, and the dressed states become eigenstates of the effective Hamiltonian.
Note that equation (2.139) is rigorously equivalent to equation (2.123); often it is
faster numerically to use equation (2.139). }

_ Recall that in the field interaction representation, state |2(¢)) lies above state
|1(2)) by 8(¢). If §(¢) is negative, state |2(¢)) has a lower energy than state |1(¢)). By
convention, we define the semiclassical dressed states such that state |I1(¢)) always
has a greater energy than state |I(#))—the energy separation between the two levels
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Figure 2.6. Semiclassical dressed energy levels as a function of time for a pulsed field. The
frequency separation of the levels is ©(¢) and the coupling of the levels is 6(¢), in frequency
units.

is hQ(r) = B [82(¢) + |0 (2)12] /> > 0. From equation (2.126), it follows that
[1(2)) = cosO(£)|1(z)) — sin0(£)|2(¢)) (2.141a)
|I1(2)) = sinO(2)|1(¢)) + cosO(2)|2(2)) . (2.141b)

As a consequence, we must restrict 6(¢) to the range with 0 < 6(¢) < 7/2. In this
way, the lower energy state |I(2)) ~ |1(2)) as Qo — 0 for 8(¢) > 0 and |I(2)) ~ |2(2))
as Qo — 0 for §(¢) < 0, in agreement with the field interaction representation.

If 6(¢) = 0, we should recover the results for a constant field. In this limit, the
solution of equation (2.139) reduces to

ca,(t) = € /%¢q)(0), (2.142a)
ca,(t) = e 724 (0) (2.142b)

or
calt) = €' 77:¢4(0) . (2.143)

Using equation (2.132), one can show that this result is consistent with equa-
tions (2.91).

2.6.1 Adiabatic Following

There are situations in which the (complex) field envelope varies slowly compared
with other timescales in the problem. In this limit, it is possible to use the
semiclassical dressed-state representation to get an approximate solution that agrees
very well with the exact solution. It is almost magical. To understand the conditions
under which this adiabatic approximation holds, one can make reference to
figure 2.6. Since the levels are separated in frequency by (), and since the coupling
between the levels varies as 6(t), the coupling is not effective unless 6(t) has Fourier
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components near (¢). Note that #(t) may be obtained from equation (2.135a) as

_8(1)IS20] — 1220(2)18(2)

(t) = 220 (2.144)
If both |Q2(2)|/ Q2(t) <« 1 and |5(t)|/ Q2(t) < 1, then
l0(1)/Q(t)] < 1. (2.145)

When |Q0(2)| and §(¢) vary smoothly over some interval' T, the 6(¢) term is small, and
adiabaticity holds provided that Q. (£)T > 1. If the 6(¢) term in equation (2.139)
can be neglected, then the solution of that equation is

ca(t) = e Fo SO (1) (2.146a)
car(t) = B gy (2.146b)

and the dressed-state populations are unchanged. In this limit, the dressed states are
approximate eigenstates of Hy(z).

Some examples can help to illustrate this idea. If the atom starts in state |1) and a
pulse having a smooth envelope function |€2¢(¢)| is applied, with §(¢) = § = constant,
then the atom stays in dressed state |I(¢)) provided that condition (2.145) holds.
Since

[1(2)) = cosO(2)|1(2)) — sinO(2)|2(2)), (2.147)
it follows that
|E2(8)? = sin? 0(¢) = [1 — 8/ Q)] /2. (2.148)

As t ~ oo, sin[f(t = oo)] ~ 0, which means that the atom is back in state |1). A
comparison of this approximate solution (2.148) with the exact numerical solution
for a Gaussian pulse Q¢(¢) = Qoe"/T" is shown in figure 2.7. For §T = QT = 10,
the adiabatic and exact solutions very nearly coincide.

On other hand, imagine that, for the same pulse envelope, we sweep §(¢) from +38¢
to =8y (8o > 0). Since §(f = —o0) = 89 > 0, the atom starts in state |I(¢)). Owing
to adiabaticity, the atom remains in state |I(¢)) given by equation (2.147), and the
approximate solution for |, (t)|? is still given by equation (2.148), with §(¢) replacing
8; however, the fact that §(t = 00) = —§p < 0 implies that sin[0(¢ = o0)] ~ 1 and
cos[f(t = oo)] ~ 0. At t+ = oo, the atom is now in state |2)! This is adiabatic
switching and is illustrated in figure 2.8. Adiabatic switching is a good method for
totally transferring population from one state to another. It is more “robust” than
using a w-pulse, since it relies solely on adiabaticity; the exact strength of the field
amplitude is not critical. A comparison of this approximate solution with the exact
solution for a chirped (frequency-swept) Gaussian pulse is shown in figure 2.9.

A word of caution is in order when using adiabatic states. Consider the first case
when the atom ended up back in state |1) at # = +o0o. This cannot be totally correct.
From first-order perturbation theory, we know that

Ez(oo)~—i/ x(£)e® dt’ (2.149)

o0
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Figure 2.7. Comparison between exact and adiabatic solutions for a Gaussian pulse envelope
Q(t) = Qoe~*/T* and constant detuning 8. (a) 8T = QT = 3; (b) §T = Qo T = 10.
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Figure 2.8. Dressed states for a smooth pulse envelope and a detuning that is adiabatically
varied from &y to —§,.

which is the Fourier transform of yx(z). Such terms are inevitably lost in an adiabatic
treatment. For example, take a Gaussian pulse  (¢) = (1./7) xoe /T and a constant
detuning 8 > xo. Then it is a simple matter to show that the adiabatic theory is
valid for 8T > 1. In perturbation theory, however, & (00) ~ —ixoTe ' T/* « 1,
but is not identically zero. Terms that are exponentially small in the adiabaticity
parameter are lost when using the adiabatic approximation, as in any asymptotic
series.
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Figure 2.9. Comparison between exact and adiabatic solutions for a chirped Gaussian pulse
having Q(t) = Qoe"/T" and 8(t) = —28otan”'(t/T). (a) 280T = 2T = 3; (b) 25,T =
QT =10.

In the case of adiabatic switching using a chirped pulse, one can estimate the
exponentially small, nonadiabatic corrections to the excited state population using
the Landau-Zener formula [13, 14],

2 (00)* = 1 — exp [—|S20/%/215(0)]] - (2.150)

Equation (2.150) is exact for a constant Rabi frequency and a linearly chirped
pulse frequency extending over an infinite time interval. For pulsed fields, it
is approximately correct provided that the pulse duration T is larger than the
transition time |Q0]/|8(0)| [15,16]. As such, equation (2.150) correctly illustrates
the importance of the adiabaticity parameter |Q0]%/|8(0)| [see equations (2.144) and
(2.145)] in determining the final state population.

2.7 General Remarks on Solution of the Matrix Equation
ylt) = Alt)y(1)

We have now looked at a number of ways of solving the two-state problem. It may
be of some use to put the solutions in context by considering the general matrix
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equation
y(t) = —iA(2)y(z). (2.151)

For any finite matrix, this equation can be solved numerically. If A(¢) is Hermitian,
ly(2)|* is constant. What approximation techniques can be used to solve equation
(2.151)?

2.7.1 Perturbation Theory

To first order, a perturbative solution of equation (2.151) is
t
Y ~y(0) =i [ Aw)dryo) (2.152)

valid only if | fot A(t)dt| « 1.

2.7.2 Adiabatic Approximation

We set
y(t) = T(2)x(z), (2.153)
where T(¢)A(t)T(¢) = A(t) is diagonal. Then
x(2) = —iA()x(t) — TH () T(t)x(z). (2.154)

If matrix elements of TT(t)T(t') are much less than the eigenvalue spacing of A(z),
then one can neglect the T'(¢)T(¢) term or treat it in perturbation theory. Note that

A12(t) = £V 8(1)% + 1Q0(2)12/2 = £9(2)/2

in the two-level problem. This adiabatic approach is useful only if the T (£)T(2) term
can be neglected. Taking first-order perturbation theory in T(¢)T(¢) can be more
time consuming (numerically) than directly integrating the differential equations.

2.7.3 Magnus Approximation

For a single variable, the differential equation
x=—if(t)x (2.1553)
has solution
x(t) = e Jo 11 (), (2.156)
One might think that the analogous vector solution of equation (2.151) is

yW(2) = e o ANy (), (2.157)
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This expression is called the first Magnus approximation [17]. We can check
whether it works. Solving equation (2.151) iteratively gives

= [1 —i/OtA(t/)dt’—/Otdt' /Ot/ dt"A(t')A(t") +

while the first Magnus approximation is

’ t 1 t 2
(1) _ —1f0 t')dt 01— Al /_|: Al /:| )
y() = e ¥(0) { ’A (#)dr 2lA<ww + }wm

(2.159)
The two solutions agree to first order in A. Let us compare the second-order terms
by evaluating the third term in equation (2.159) as

1 ! / "
2[/()A(t)d} 2/dt/altA
1 t

== / dv'A(t') / dt"A(t") + / dt"A(t")
2 0 0 t
1 t t 1 t t"

= f/ dt’/ dt”A(t’)A(t”)—i—f/ dt”/ dt' A(t)A(?")
z/dt/ dt"A( z/dt/ dt"A(t ), (2.160)

where the order of integration was interchanged in going from line 2 to line 3.
Equation (2.160) would agree with the third term in equation (2.158) if A(z”)A(¢') =
A()A(t"), but A(z")A(t') # A(¢')A(¢”), in general. The difference between the two
terms can be obtained by writing A(t")A(') = A(')A(¢”) + [A(t"), A(¢')]. When this
is substituted into equation (2.160), we find

1 ! / ’ 2_ ! ’ 2 7 /
2[/0 A(t)dt} _/O dt/o dt"A(t')A(t
1 t t
- / "TA(F"). A())]. 2.161
+ZAd5£du(m,un (2.161)

Thus, there is a correction related to the unequal time commutator, and the
solution (2.159) is not correct. Instead, we can try a solution of the form

y(0), (2.158)

yA(t) = JiAW)dr % [ide ff deiAw FAOly(0), (2.162)

which is guaranteed to be correct to second order in A. The solution (2.162) is the
known as the second Magnus approximation.
We can continue the process. The next correction is

3' /dt/ dt/ dt ), [A(t"), A()]] + [A("), A(t")]. A(t)] }

and this can be added to the exponential to produce a result that is correct to third
order in A. In practice, many people use the first Magnus approximation with no
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TABLE 2.2
Different Representations
[¥(2)) Representation
a1(t)|1) + a2(2)2) Schrédinger
c1(2)e 2 |1) + ¢y (t)e~i0!/2|2) Interaction
~’1(t) 1) + & (t)e i t2|2) Field interaction 1
C1(2)e! 22| 1) 4 &y (t)e it 2H9/2)2) Field interaction 2
Cdl(t) [1(2)) + ca, ()| 11(2)) Semiclassical dressed state

idea of the errors introduced. It has the advantage that if A(¢) is Hermitian, then
the solution maintains unitarity. As mentioned earlier, the disadvantage is that it is
difficult to estimate the errors.

2.8 Summary

We have introduced several representations for solving the problem of the interac-
tion of a classical optical field with a “two-level” atom. The various representations
and their interconnections are summarized in appendix A for easy reference. As
you become more familiar with the material, you will be able to choose the most
convenient representation with little difficulty. In very rough terms, however, the
following prescription might prove helpful: (1) a single quasi-monochromatic field
drives transitions between two levels or two manifolds of levels—use the field
interaction representation; (2) fwo or more quasi-monochromatic fields having
different frequencies drive transitions between two levels or two manifolds of
levels—use the interaction representation; and (3) pulsed fields whose envelopes
and phases vary slowly compared to their average Rabi frequencies or atom-field
detunings drive transitions between two levels—use the semiclassical dressed-state
representation.

Armed with these representations and your understanding of atom-field
dynamics, you are now ready to attack the important problem of extracting the
physically relevant quantities from the solutions we have obtained so far. Moreover,
by defining the density matrix associated with the two-level atom, you will see how
one can introduce irreversible decay processes into the atom-field dynamics.

2.9 Appendix A: Representations

The representations are summarized in table 2.2. Here we use primes on the &’s to
distinguish the two field interaction representations.
All of the following equations are written in the rotating-wave approximation
(RWA), with
E(t) =

[Eo(t)e™ + Ej(2)e"] = S[|Eo(2)| e+ %0 4| Eq(t)] & ~91], (2.163)

N\N>
N\N)
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and
\A/(t) = _TMZHEO(tH e lwt+id(t) + | Eo(2)] eiwt—iqs(t)].

In the Schrodinger representation,
iha(t) = H(t)a(z),

H) = (1/2) (g it ).

where
Qo(2) = —(2[ue|1) Eo(2)/h = 2x (2).
In the interaction representation,
ihdc(t)/dt = V! (t)c(t),

% ,—i8t
Vi = /2 (g i U5 ).

where § = wg — w.
In the field interaction representation,

inde(t)/dt = H () € (¢), H (1) = (h/2) <Q_oft) Qoét)*> ’
or

i hdé = H(z)¢ (s — —8(2) 1S20(2)|

ihde(t)/dt = H(t)e(t), H(t)_(h/2)<|90(t)| 506 )
where

8(t) = wo — w + dp/dt.

In the semiclassical dressed-state representation,

Q) -
ihdcq(t)/dt = Ha(t)ca(t), Hy(t) =h <7 2 7;%5”) :
io(r) 20

where Q(t) = [|Q0(2)12 + 8()2] /* and tan [26(2)] = [Q0(2)] /8(2).

2.9.1 Relationships between the Representations

Let Uy (¢) = exp(—iHyt/h), where H(¢) = Hy + V(¢). Then
c(t) = Uj(t)a(t)=e""2a(t),  VI(t) =Ul(t)V(t)Up(t),

(2.164)

(2.165)

(2.166)

(2.167)

(2.168)

(2.169)

(2.170)

(2.171)
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and
(1) = e a(t)=e""" (1) (2.172a)
H'(t) = (hw/2)o , + e "9/ 2H(t)e'“'o</? (2.172b)
E(t) — e(—iwt/2+i¢/2)aza(t)ze(iﬁt/2+i¢/2)az(:(t) , (2.172C)
H(t) = hw/2 — ¢/2)0.
+e(—iwt/2+i¢/2)o'zH(t)e(iwt/Z—iqﬁ/Z)a'z , (2172d)
- cosO(t) —sinO(t)
t) =T(t)c(z), T(t) = 2.172
ca(t) = T(t)e(r), T(z) (sine(t) coslt) > ( e)
e\ eilor=6(0)/2| 1)
(|II(t)) =TO eitor—sionpgy |- (2.172f)
H,(t) = T()H(H) T (2) — ik T(6)T (). (2.172g)
2.10 Appendix B: Spin Half Quantum System in a
Magnetic Field
The Hamiltonian that characterizes the interaction of a magnetic field,
B(t) = Boz + | By(t)| cos [wt — ¢(2)] X, (2.173)
with the spin magnetic moment of an electron is
Hp = —Mmag - B, (2.174)
where
S h
Mmag = -2 = _io' = —HKBO (2.175)
m 2m
is the magnetic moment operator of the electron, m is the electron mass,
h
wp = 287 =9.2740154 x 10~ ] T~! (2.176)
m

is the Bohr magneton, S = 1o /2 is the spin operator, and ¢ = 6,X + 0,y + 0 2.
In terms of the Pauli matrices, the Hamiltonian can be written

Hp(¢) = upBoo; + up | Bx(t)| cos [wt — p(t)] o . (2.177)

The connection with equation (2.56) is now apparent if we identify the level spacing
as

_ 2upBy
- h

o — %Bo —1.76 x 10" By(Tesla) s™! = 1.76 x 107 By(Gauss) s .
(2.178)

Note that the sign of the lead terms in the Hamiltonians (2.56) and (2.177) differ,

since for the optical case, we have chosen the basis a = (a1, a;), while for the

magnetic case, the standard convention for the Pauli matrices requires that we take
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ag = (ay, a,), where the up (down) arrow refers to the state having spin projection
number 1/2 (—1/2). In frequency units, wy /27 = 28 GHz/T.

Although the equations for the two-level atom interacting with an electric field
and the spin system interacting with a magnetic field look the same, the physical
values of the parameters for the two systems differ markedly. Thus, the frequency
separation of the spin up and spin down states in a constant magnetic field can
range between 0 Hz and 10 GHz, while radio-frequency (rf) coupling strengths
[t |Be(2)| /b] are typically less than 1.0 MHz. In the optical case, electronic
transition frequencies are of order 10'* to 10'® Hz, and coupling strengths vary,
but are typically much less than the frequency separation of the levels. Only for
intense pulses (>10'7 W/cm?) can the coupling strength be comparable to the optical
frequency separations. For a typical cw laser having a few mW of power, coupling
strengths are typically in the MHz to GHz range. Given this qualitative difference
in the magnetic and electric cases, it is not surprising that different approximation
schemes are used in the two cases. We have seen that the RWA approximation is
usually a good approximation for atom-optical field interactions, but this is not
necessarily so for the magnetic case.

In the interaction representation, the equations for the state amplitudes are

. _ 0 wx(t) cos[wt — ¢(t)]e
ihep(t) = h (wx(t)cos[wt " ot g ) cslt), (2.179)
with cp = (CT, Ci)9 W) =Wy, = wWp — Wy, and
wx(t) = @. (2.180)

All the solutions that were obtained in the RWA can be taken over to the magnetic
case, so we concentrate on situations where the RWA is not applicable.

2.10.1 Analytic Solutions—Magnetic Case
2.10.1.1 @y =0

If there is no longitudinal field [B, = 0], the energy levels are degenerate, and the
states are coupled by the field oscillating in the x direction. Equations for probability
amplitudes have the form

e (t) = —if(t)ey(t), (2.181a)
¢y (t) = —if(t)ey(t), (2.181b)

where
f(t) = wx(t) cos [ot — $(2)]. (2.182)

In analogy with equation (2.79), we find a solution
c4(t) = cos [6(2)] c4(0) — i sin [0(¢)] ¢, (0), (2.183a)
cy(t) = —isin[0(2)] ¢4(0) + cos[0(2)] ¢, (0), (2.183b)
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0(t) = /Ot f(¢)dt. (2.184)

The interpretation of these equations is straightforward. The two levels are degen-
erate, and the driving field couples the states.

Although this is a simple solution, it can be used to illustrate some interesting
physical concepts. If we take ¢(¢) = 0 and w(t) = wx = constant, then

where

/ f(t —sma)t (2.185)

which means that the probability amplitudes contain all harmonics of the field. To
see this more clearly, we can expand cos [(wx/w) sin wt] in terms of a series of Bessel
functions [, using

cos (zsina) = Jo(z) + Zijn(z) cos(2na) . (2.186)

n=1

For example, if the initial state has ¢|(0) = 1, ¢4(0) = 0, then

1 —cos (22)”‘ sin a)t)
2

2 Ly [(Wx .
ler(2)|” = sin? (;x sin wt) =

1= (wa

= ) + Z]zn <) cos(2nwt). (2.187)

In contrast to a harmonic oscillator, which is intrinsically a linear device, a two-level
quantum system acts as a nonlinear device—the response does not depend linearly
on the applied field and contains all harmonics of the driving field frequency. For
wy/w > 1/2, there are still times when |cT(t)|2 =1.

The time-averaged, spin-up population is

_]O 2w,
les(0)] = 2(> (2.188)

The larger the applied frequency, the smaller the time-averaged value of the state up
population, provided that w > 0.522w,. This is not surprising since the degenerate
levels are resonant with a static field. On the other hand, there are values of

wy/w for which |CT(t)|2 > 1/2. The maximum value of ’c¢(t)|2 = 0.7 occurs for
2wy /w = 3.88.
2.10.1.2 w,(t) = wyx = constant; w = 0; ¢p(t) = ¢ = constant

This corresponds in the magnetic case to a constant field in the x direction and a
constant field in the z direction,

B = Byz + B,x, (2.189)
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such that

(0 _h wy  2wxcose
Hp = (7@ + wy cos qbox) =3 <2wx sl (2.190)

Clearly, this Hamiltonian is identical to that in equation (2.109) if the substitutions
8§ & wpand x = Qp/2 & w,cos¢ are made and the states are interchanged. It then
follows that the solution to this problem is [see equation (2.116)]

a,(t) = [cos (f) +iw—)?sin (f)] a,(0) — i}%sin (f) a,(0),  (2.191a)

ay(t) = —i}l(si (f) ,(0) + [cos (f) —i‘i)?sin <§t>} a+(0), (2.191b)

where y = 2w, cos ¢, and X = (o} + y*)1/2.

Problems

Unless noted otherwise (as in problems 4 to 6), the rotating-wave approximation
(RWA) can be used.

1. Express the Rabi frequency € in terms of the time-averaged power density
of the light field. Assuming some reasonable values for the matrix elements,
estimate Q2 for typical cw and pulsed laser fields.

2. The appropriate Hamiltonian in the field interaction representation is

~on o =8(t) 1Q20(2)]
H(”—z(mo(m 5(1) )

where Qo(2) = |Qo(t)| e'?"), and 8(t) = 8 + é(t). For Qo(t) = real and con-
stant, explicitly diagonalize H to obtain its eigenvalues and eigenfunctions.
Show that the amplitudes in this field interaction representation evolve as

&(t) = TTe'*o</2T¢(0),

where Q% = |Q|% + 82 and THT" is diagonal. Using the matrix T you find,
prove that this result agrees with equation (2.116).

3. With H given as in problem 2, calculate ¢(¢/T) for QT = $, §T = 3.
Compare your result with a direct evaluation of e~H*/" obtained using
MatrixExponential of Mathematica or some equivalent program and plot
|&2(¢/ T)|* as a function of (¢/T) given &(0) = 0.

4. For the two-level problem, including the counterrotating terms [equa-
tion (2.55) or (2.179)], solve for ay(¢) and a,(¢) given that a;(0) = 1 and
a>(0) = 0 in the following cases:

a. w = 0; Qo = constant
b. wg = 0; Q¢ = real constant.

For each case, calculate the upper state population and determine the
Fourier components present in the population. (The Fourier components
could be monitored by using a probe laser beam on the same or a coupled
transition.)
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Numerically integrate the equations in problem 4, and show that the
solutions as a function of (¢/T) are consistent with the analytic ones for

a. 0T =0; Q2T =0.5,1,2,10; wgT =35

b. woT =0; QT =0.5,1,2,10; T = 2.

. Numerically integrate equations (2.55) for QyT = 10, wyT = 50, and

oT = 49,49.5, 50, 50.5, 51. Show that the maximum value of |a,(¢/ T)|2
occurs for T = 49.5, and show that this result is not consistent with the
Bloch-Siegert shift. The reason for the inconsistency is that no average over
the phase of the field has been taken. To see evidence for this, try a different
phase for the field such as 7/2 and show that the maximum occurs at a
different value of wT. Also note that the amplitudes of the rapid oscillations
in the solution are of order Qg/w.

. In the two-level problem, assume that Qy(z) has the form Qq(z) =

(2A/T) sech(rt/ T). Sketch this pulse envelope function, and prove that the
pulse area defined by A = [ Q(t)dt is equal to 2A. Obtain a second-
order differential equation for ¢,(¢) in terms of Q¢(¢) and d2y/dt. Using the
substitution z = (1/2)[tanh(wrz/T) + 1], show that the equation reduces to
the standard form for the hypergeometric equation and obtain an explicit
solution for ¢; and ¢, as functions of z in terms of ¢; and ¢; at z = 0O
(t = —o0). For specific initial conditions ¢;(—o0) = 0, ¢i(—00) = 1, show
that P, = |c2(00)|? = sin®(A/2) sech?(§T/2). This solution is attributed to
Rosen and Zener [8]. Plot P, as a function of A for |§|T > 1 to prove that
P, saturates even though P, « 1.

. In the two-level problem, assume that Qq(¢) has the form Q) =

Qo exp[—(t/ T)?]. With initial conditions ¢;(—o0) = 1, &(—o00) = 0, find
approximate solutions for |¢1(¢)| and |¢;(¢)| assuming that |Q2(2)T] > 1.
For the two-level problem, calculate the transition probability for excitation
of an atom for Gaussian and Lorentzian pulses. That is, assume that the
pulse envelopes are of the form

a. Q(t/T) = Qoe /T’

b. Qo(t/T) = Qo1 + (t/T)*]

and find P, = |¢;(00)|* given that ¢;(—o0) = 1. For each of the pulses, plot
P, as a function of Q¢T (go out to values of Q¢T that give at least three
minima in P,) for 8T = 0,0.5,1,2. Compare the qualitative form of the
results with that for the hyperbolic secant pulse of problem 7. Note that
this problem must be solved numerically for all but §T = 0.

For the two-level problem, numerically calculate the transition probability

as a function of time for excitation of an atom with the Gaussian pulse
envelope

10(t)] = Q0] =T
and phase

a. ¢(t)=0
b.  ¢(t) = =8t — Sot(2/m) tan"(¢/ T)
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where § is the detuning. Take

(1) 86T =3, |Q2|T=3
(i) T =8, |Q|T=38
to determine whether you are in the adiabatic following limit. Calculate
8(t) = 8o + ¢, and plot £Q(2)T/2 = {|Q(t)|> + [8(£)]*}/>T/2. Work in the
second field interaction representation and introduce a dimensionless time
v = t/T. Assume that ¢;(—o0) = 1, and calculate |¢,|* as a function of ©
for cases a.(i), a.(ii), b.(i), and b.(ii). Show that in case a.(ii), the population
returns to the first state at the end of the pulse, while in case b.(ii) (adiabatic
switching), the population is transferred to the second state by the pulse.
Compare your numerical solutions with the prediction of the dressed-state
theory |c2()]* = sin®[0(2)] = [1 — 8(2)/ Q(2)] /2.
Instead of applying a linearly polarized field, imagine that a circularly
polarized field drives a | = 0 to | = 1 transition. At Z = 0, take the
field to be of the form
E(t) = Eo [X cos(wt) + ¥ sin(wt)],
where Ej is constant. Show that one can write
E(t) = Eo (—ése™™ +é_e™") /V/2,
where
N x+iy
€y = .
T
Given that the matrix elements of fi - € satisfy
(] =05m; =0lie-€_|] =1;my)
=—(J=Lmylp-€,.1] =0;m; =0)" o<, 1,
(] =0;m; =0li-e,1] =1;my)

=— (] =Lm|p-e_|] =05m; =0)" 8, _1.

prove that, if one considers transitions between the ] = 0 and | = 1,
my = 1 levels only, it is not necessary to make any RWA to arrive
at equations of the form in equation (2.62). On the other hand, show
that the counterrotating terms drive transitions between the ] = 0 and
J =1,m; = —1 levels.
Consider the differential equation y(¢) = Ay(¢), where y(¢) is a column vector
and A is a constant matrix.
(a) Show, by direct substitution, that a solution to this equation is
y(t)=ety(0).

In the following parts, take

_ . (—ab _ [ n(0) _ ()
A= ’(ba>’ y<0)_<y2(0))’ y<t)_<Y2(t)>'



15.

16.

17.

TWO-LEVEL QUANTUM SYSTEMS = 53

(b) Solve the differential equation directly by assuming a solution of the
form y(t) = Be*.
(c) Solve the equations using the identity

e 1% — 1cosh —in-osing,

where fi is a unit vector, and ¢ is a vector having matrix components

(01 (0 —i (10
9«=1\10)> %=\io) 92=\0-1)"

(d) Solve the equation using the MatrixExp[{{Ia, —1b}, {—1b, —Ia}}] func-
tion of Mathematica or some equivalent program.
(e) Find a matrix T such that TAT" = A, where

(A1 O
A= ( 0 Az)
is a diagonal matrix. Prove that
i AL (et 0
yio=Te1y0) =1 (4" ) 100

and evaluate this explicitly.

(f) Show that all your results give the same solution. Note that the last
method can be used for matrices of any dimension.

Suppose that we use the first definition of the field interaction representa-
tion. Show that equation (2.134) is unchanged provided that we set

D(2)) = T*(¢)|7’(¢)), where
o (1ITED (e
n'(2)) = <|2/(t))> - (e—iwt/2|2>> ’

In this case, T(¢) is a unitary matrix, but not real. Find the explicit form for

the matrix T(¢) that diagonalizes I:I,(t) in terms of the angles 0(¢) and ¢(#),
where 6(t) is still defined by equation (2.135a) and ¢(#) is the argument of
Qo(t)—that is, Qo(t) = |R0(2)] e,

Return to problem 7 with equations of the form

¢1(t) = —i Asech(wt)e "% ¢y (1),
é(t) = —i Asech(mt)e'® ¢y ().
Assuming that ¢j(—o0) = 1, calculate lca(00))? using the first Mag-

nus approximation, and compare with the exact result, |c;(00)]? =
sin?( A)sech?(d/2). Under what conditions do the two results agree? What is
the ratio of the results when d > 1?

For the two-level problem, numerically calculate the transition probability
as a function of time for excitation of an atom with the Gaussian pulse

envelope

1Q0(2)| = Q] e @™
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and detuning

3
5(1) = {60 Lol o<,

0 t>0

Take 80T = 30 and |Qy| T = 30, and calculate |o12 (7)| = ‘cl(r)c§(1)| as
a function of T = #/ T, assuming that ¢;(—o00) = 1. Show that in this case,
lo12 (00)| =~ 1/2, the maximum value it can have. This combined detuning
and pulse shape maximizes the “coherence” between states 1 and 2.
Calculate the result in the adiabatic approximation, and show that it agrees
with the numerical result.
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Density Matrix for a Single Atom

3.1 Density Matrix

In the previous chapter, we showed in detail how to obtain solutions of the
time-dependent Schrodinger equation for the state amplitudes of a two-level atom
interacting with an optical field. To complete the story, we need to understand
how these state amplitudes are related to the possible outcomes of experimental
measurements. In quantum mechanics, it is assumed that one can associate a
Hermitian operator to each physical observable. One can then, in principle, measure
the eigenvalues of the Hermitian operator and the probabilities for a physical
system to be in one of the eigenstates of the operator. Of course, any physical
measurement yields real results, while the state amplitudes are complex. Therefore,
it is to be expected that measured observables depend on bilinear products of the
state amplitudes. As you know already from elementary quantum mechanics, the
absolute value of the state amplitude squared gives the probability for measuring
the eigenvalue associated with that given state. Moreover, if you were to calculate
the expectation value of the electric dipole moment of a two-level atom, you would
find that it depends on the bilinear products aj(t)az(t) and a3(¢)a:(t), since

(£)|| W (1))
()1 () 4+ ax(t) Y2 (r)[E]ar (£) Y1 (r) + a2 (2)Pa( 1))

= (¥
= (@
= aj(t)az(t)(1|£|2) 4 c.c., (3.1)
where c.c. stands for complex conjugate, and the fact that t is an odd operator has
been used.

Thus, a knowledge of the state amplitudes allows one to calculate the expectation
values of any operators. Although all the information is contained in the state
amplitudes, we are not necessarily interested in all the information. If we measure
only part of the information content of a system, an amplitude approach is often no
longer satisfactory. This concept can be illustrated with several examples.

First, let us look at spontaneous decay in a two-level atom (figure 3.1). As a result
of spontaneous decay, the upper-state population 7, (t) = |a,(t)|> decreases and the
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1

1

Figure 3.1. Spontaneous emission in a two-level atom.

lower-state population 71(t) = |a;(t)|* increases according to
m(t) = —yana(t), (3.2a)
n1(t) = yama(2), (3.2b)

where the excited-state decay rate y, is real. Is it possible to account for this decay
in an amplitude picture? One can try the equation

w(t) = - @), (3.3)

which implies that

Elﬂz(tﬂz = %[ﬂz(t)diﬁ(t)] = dx(t)a3(t) + ax(t)a3(t) = —yalaa(t)|.

It works! But try to reproduce equation (3.2b) in a simple amplitude picture—you
will find it impossible to do so.!

Second, consider atoms subjected to collisions that change the relative phase of
the state amplitudes in a random fashion but do not induce transitions between the
states. On average, the collisional contributions to the time rate of change of bilinear
products of state amplitudes are

(3.4)

d
m(t) = E[m(t)a]‘(t)] =0, (3.5a)
d
m(t) = —la(t)ay(t)] = 0, (3.5b)
d
5[611(1‘)613(1«‘)] = —T'%a(t)as(2), (3.5¢)
where the (complex) collision rate I'® = I + ;S is proportional to the collision-

averaged value of (1—¢'?), and ¢ is the relative phase shift of the two state
amplitudes in a collision (see appendix B for a derivation of this result). Again, there
is no simple way to arrive at these expressions in an amplitude picture, since each
atom has well-defined state amplitudes—it is only on averaging over many possible
collision histories that one arrives at a decay of ay(¢)a;(t). Since a;(t)a;(t) is related
to the expectation value of the electric dipole of the atom, elastic collisions destroy
the electric dipole moment but do not affect state probabilities.

1 Tt is possible to describe spontaneous emission in an amplitude picture using the so-called Monte Carlo
or quantum trajectory methods discussed in appendix C in chapter 16.
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In problems of this nature, where atoms interact with a bath, such as the vacuum
field for spontaneous emission or perturbers for collisions, it is useful to introduce
the density matrix to describe the system’s evolution. The density matrix arises
naturally even when discussing the quantum mechanics of a single atom—so let
us start there.

In making measurements in quantum mechanics, one always measures quantities
that are related to the expectation value of a Hermitian operator. An arbitrary
Hermitian operator, represented by the matrix A in Dirac notation, has its
expectation value given by

(WA () =D (mla,(t)Aay(t) Z“ fmAln) . (3.6)

n,m

Let us define a matrix whose elements in the energy basis are equal to a,(¢)ak(t).
A matrix satisfying this criterion is the density matrix

o(t) = |W (1) (W (z)], (3.7)

since

(nle(t)|m) = (n|W(2))(¥(t)lm) = Z(nlap(t)lP)(P/Ia}k,/(t)IM) = ay(t)a,,(t).  (3.8)
v/

Note that o(#) is not a bona fide Schrodinger operator since it is time-dependent,
whereas all operators in the Schrodinger picture are taken as time-independent. With
this definition,

(W (0)|A|¥(2) ng ) Ay = Tr[0(1)A], (3.9)

where Tr stands for “trace.”
In the energy basis,

o(t) = 0um(2)n)(ml, (3.10)

where |#)(m]| is a matrix with a 1 in the nm location and zeros elsewhere. It is
sometimes more convenient to expand @(¢) in other bases, such as an irreducible
tensor basis, as we do in chapter 16. It is easy to establish some properties for o(#)
for our single-atom case. First, we note that

o(t) = a(t)a'(t), (3.11)
where a is interpreted as a column vector and a' as a row vector,

a
a=|%2 |, (3.12)

"= (o). .13
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so that we can write
2
ai la1]= aras -

o=aa' = [ % | (afa; )= ;maj ) | (3.14)

The density matrix is an idempotent operator, since
o7 = |W)(W|W) (V] = |W)(V] = o. (3.15)

Critical to our development is the equation for the time evolution of g,

do _..d i _ i 1 _
i zha(aa ) =[Haa' —a(Ha)'| = Ho — oH = [H, o]. (3.16)

ih
Note that the sign is different from that in the evolution equation for the expectation
values of operators,
(W) AW (2))
th———— = (W(2)I[A, H]|W(2)). (3.17)
We have suppressed the explicit time dependence in the amplitudes and operators
in equations (3.12) to (3.17). For the most part, we do not indicate such time
dependence explicitly from this point onward, although we retain it in some of the
equations as a reminder.
As an example, consider a two-level atom interacting with an optical field in the
rotating-wave approximation (RWA). In this case,

_ h —wy Q?‘)(t)eiwt
Hi) = 5 <Qo(t)e_,«wt e, (3.18)
such that

. (é?u(t) le(t)> _h ( —wo Qé(t)eiwt> (Qn(t) Q12(t)>
021(2) 022(t) 2\ Qo(t)e ™ wy 021(t) 022(2)

B o11(t) 012(t) —wol Qi (2)e'" 3.19)
021(t) 022(2) Qo(t)e ™™ wp

or, since x(t) = Qo(t)/2,

o11(t) = —ix*(t)e" 021 (t) +ix(t)e " o12(t), (3.20a)
02(2) = ix*(t)e" 021 (t) — i x(t)e ™" 012(2), (3.20b)
012(2) = iwpo12(t) — i x* ()" [022(t) — 011(2)] (3.20c¢)

1 [0 (2) — 011(2)] - (3.20d)

One can solve these equations for a given x(¢), but it is easier to solve in the
amplitude picture and then simply construct o11(2) = l|ai(¢)|?, 022(t) = |aa(t)|%,

021(t) = —iwo021(t) +ix(t)e
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012(t) = a1(t)a;(t), and 021(t) = ax(t)aj(t). It looks like we have not gained anything,
except making the equations more difficult! In a sense, that is correct. The density
matrix becomes useful and essential when dealing with ensembles of particles or
particles interacting with a bath.

We defer a discussion of the density matrix for an ensemble of particles until we
analyze the polarization of a medium. However, it is not difficult to imagine that a
quantity defined by

1 N
= Yo (3.21)
n=1

where N is the total number of atoms, and @ is the density matrix of atom 7, is of
some use.

For the present, let us consider what happens when a single atom interacts with
a second system such as a thermal bath. The total Hamiltonian is

H= H1+H2+V, (322)

where H; is the Hamiltonian of the atomic system (including interactions with
any external fields), H, is the Hamiltonian of the bath, and V is the atom-bath
interaction energy. The eigenkets of the time-independent part of Hy are denoted by
|n1), and the eigenkets of H, are denoted by |7,). Suppose that we have an operator
A that acts only in the space of Hj—that is, A; acts only on atomic state variables.
For a wave function

= @)m)m), (3.23)

niny

we calculate

(A1) = (WAL W) = a8, (2) (1| (n2| Ag[) |11y

niny ”1”2
=3, (O, ()8, (m1|Asly), (3.24)
nmny i
or
(WA W) = (A1), lz a:imz(t)an;m(t)] : (3.25)

We define the reduced density matrix for particle 1 as the density matrix traced over
the states of the bath,

0" (t) = Trae(t), (3.26)
or

et Z Qunsirtny (1)- (3.27)

It is clear from equation (3.24) that

(A1) =Tr [A10'"(2)] . (3.28)
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The key point is that it is often possible to get a simple equation for @' that
incorporates the effects of the bath. For example, we show explicitly in chapter 19
that the result of spontaneous emission is to introduce terms in the equations of
motion for the reduced density matrix elements for the atom given by

011(t)sp = v2022(1), (3.29a)
022(t)sp = —y2022(t), (3.29b)
o12(tly = —Zenl). (3.29¢)
021(t)sp = —%Qm(t)- (3.29d)

These contributions can be added to the terms given in equations (3.20a) to (3.20d).
Equation (3.11) loses its meaning for atomic state amplitudes once relaxation is
introduced.

Similarly, one can return to the simple collision model in which collisions cause
sudden changes in energy of the various levels but are not energetically able to cause
transitions between states. In this model, which is discussed in appendix B,

011(2)col = 0, (3.30a)
022(8)coll = 0, (3.30b)
012(8)cot = —T012(2), (3.30c)
021(t)cont = —T021(2). (3.30d)

For simplicity, we take I' to be real and neglect the collisional shifts that are
associated with the imaginary part of I'. (Often, these can be incorporated by
redefining the atom-field detunings to include the collisional shifts.)

Including spontaneous decay and collisions, we have

o11(t) = —ix*(t)e" 021 (t) +ix(t)e " 012(t) + y2022(2), (3.31a)
022(t) = ix*(t)e"” 021(t) — i x(t)e " 012(t) — y2022(2), (3.31b)
012(2) = iwoo12(t) — i x* ()" [022(t) — 011(t)] — vo12(2), (3.31¢)

021(2) = —iwo021(t) + i x(t)e ™" [022(t) — 011()] — y021(2), (3.31d)

where

Note that 911(¢) + 022(¢) = 0, consistent with conservation of population. Now we
have gotten somewhere. It is impossible to write analogous equations using state
amplitudes, since equations (3.31) are already averaged over a thermal bath.
Equations (3.31) are the starting point for many applications in the interaction of
radiation with matter.
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We can write equations (3.31) in matrix form as

iho = [H, 0] — ihy |00 + 00 ] + ihyr0_004 + 2ihlop00 ), (3.33)
where
01
o = (0 0) ; (3.34)
00
o, = (10), (3.35)
60 = 6.0 = <8 ;’) , (3.36)
and, in the RWA,
_ h —wo Qg(l’)eiwt
H(t) = E (Qo(t)e—iwt wo . (337)

An equation of the type (3.33) is often referred to as a master equation.

3.2 Interaction Representation

As in the amplitude case, it is useful to introduce several representations. The inter-
action representation is not restricted to the two-level problem. For a Hamiltonian
of the form H(¢) = Hy + V(t), the interaction representation can be defined quite
generally by

ol) = ¢Hot/h goiHat/h. (3.38)
with matrix elements given by
0o = € Q. (3.39)
Note that 0!} = 0,,,. It then follows that
ihe'D = —Hpe!! + ine™ot/hge=Hot/h 4 o(H, | (3.40)
or
iho'! = — [Ho, @] + [¢™/" (Hy + V(t)} e=Ho?/7 1] + relaxation terms
= [H'"(z), '] + relaxation terms,
(3.41)
where
HY(2) = VU (#) = Mot/ (g)e = Hot/h, (3.42)

For a two-level atom interacting with an optical field in the RWA [see equa-

tion (2.167)], we have
0 Qyr)e
Vi = o , (3.43)
2 Qo(t)e’at 0
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with § = wy — w. For the relaxation terms, we use equations (3.33) and (3.38) and
the fact that Hy = —hAwyo,/2 to write these terms as

wgt
2 0z

e 2% [~y (000 + @0 ) + 120_00 , + 2I'6p0 ) €'

02 0
7%= o)

- wgt - wpt

e”TU"Za_Qa+e’T > —g_oVa,. (3.44)

Since [0, 0p] = 0 and

it follows that

As a consequence, the relaxation terms have the same form as in equations (3.31)
with ¢ — 0!, and we can write

o11(8) = —ix*(£)e ™04 (1) + i x (£)e™ 015 (1) + y2002(0), (3.452)
on(t) = ix*(t)e ol (t) — ix (t)e™ 0} (1) — ya022 (). (3.45b)
015 () = —ix*(t)e ™ [oa(t) — on1(t)] — v (1), (3.45¢)
o8 (1) = x(£)e™ [oaa(t) — 011(8)] — vy (), (3.45d)

where we have used the fact that o!!) = 0,1,

3.3 Field Interaction Representation

In the RWA, the field interaction representation for the two-level problem is defined
by

~ ; ot ;ot
Q/ — efz%azgel%az’

~ _
Qmm - Qmma

o, = ooty (3.46)
@/21 = eithZI,
or
6= e#‘“’;—*’(”azgei”’%‘“”az’
G = Qe (3.47)

o1 = e*i[wfﬂﬁ(t)]glz’
01 = el =9Wlgyy,
depending on whether we include the phase in the definition. Note that in contrast

to the interaction representation, the field interaction representation is defined
for the specific problem of a two-level atom interacting with a nearly resonant

field.
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With these definitions, it follows from equations (3.33) and (2.107) that

ihdo'/dt = [H, '] + relaxation terms, (3.48)
or
ihdg/dt = [H, 8] + relaxation terms, (3.49)
where
1/ _ h ) Q*(t>
H(t)—2<90(t) % > (3.50)
and
o D =8(t) [Q0(2)]
=5 (ot i) (3-51)
with
8(t) =8+ ¢(t). (3.52)

The relaxation terms take the same form as in equations (3.31), with ¢ — 2.
Including relaxation, we find

011(t) = —ix*(£)8:(2) + i x (£)012(2) + v2022(2), (3.53a)
022(t) = ix"(2)85(t) — ix(£)071,(t) — y2022(2), (3.53b)
012(2) = i881,(2) — i x*(2) [022(t) — 011(1)] — ¥ 81, (1), (3.53¢)
051(t) = —i805(2) +ix(t) [022() — 011 ()] — ¥ 23y (1), (3.53d)

or, with the second definition of the field interaction representation,

011(2) = —i|x()021(2) + 7] x(2)]012(2) + y2022(2), (3.54a)
022() = i|x(#)1021(2) — il x (#)012(2) — y2022(2), (3.54b)
012(1) = i8()212(1) — il x ()| [022(2) = 011(1)] = yD12(2), (3.54¢)
021(2) = —i8(1)021(2) +ilx ()| [022(2) — 011 (2)] — y 821 (2), (3.54d)

These are equations that we will use often.

Even for constant x = /2, it is not easy to obtain analytic solutions of
equations (3.53). We can eliminate p11(¢) from the equations using 011(¢2) = 1 —
022(t), but we are still faced with solving an auxiliary equation for the roots of
the trial solution, §;;(t) = 8;;(0)e’’, that is cubic. On the other hand, if we neglect
all relaxation and assume that € is constant, the solution of the density matrix
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equations (3.53) is

8% + I20/* cos Q7 811(0) | 190> (1 — cos 21)] 022(0)
Qll(t) - |:]- + QZ 2 + QZ 2

Qo {iQ sin Q¢ — § (1 — cos Qt)] 01,(0)
Q

QG [iQsith—l—cS(l—COSQt)] 05,1(0) (3.55a)

Q

_ [1201* (1 = cos Q1)] 011(0) 8% 4 190]* cos Q7 022(0)
sz(t)—[ o S o 5

Q

Q {iQsith—(S(l — cos szt)] 01,(0)
Q

, (3.55b)

Q4 [iQ sin Q¢ + 8 (1 — cos Qt)] 054(0)
o Q

&3 1Q2sin Q¢ — 3§ (1 — cos Q) | 011(0)
Q Q 2

Qf [i2sinQt — 6 (1 — cos Q1) | 022(0)
Q Q 2

01,(0)
2

101> + (2% + 8?) cos Qr | 2idsinQr
Q? Q

Q2 (1 —cosQt)] 85,(0)
+ [ o 5 (3.55¢)

Qo

@/21(t) = _5 |:

12sin Qf + 8 (1 — cos Q) | 011(0)
Q 2

+& 1Q2sin Qt + 8 (1 — cos Q) 922(0)+ Qo2 (1 — cos Q1) 07,(0)
Q Q 2 Q2 2

1Q01* + (2% +8%) cosQt  2i8sin Q¢
Q2 Q

051(0)
5

(3.55d)

which is obtained most easily from the solutions of the amplitude equations. The
solution of the density matrix equations (3.54) can be obtained from these equations
with the replacements @' = @, Qo = |Qo|.
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3.4 Semiclassical Dressed States

The transformation to the dressed states is given by

04 = TaT", (3.56)
where
cosf —sin®
- (sin@ cosf > ’ (3.57)

We use the second definition of the field interaction representation, with §(¢) =
8 + ¢(2) and tan(20) = |Q(t)/8(t) = 2|x(¢)|/8(2). In general, both 6 and T are
functions of ¢, although this dependence is not indicated explicitly. Carrying out the
matrix multiplication, we find

_ (cPo11 —sc (812 + 021) + 57022 012 —sc (022 — o011) — $%821 353
Qd =\ 2~ _ 2= 2 ~ ~ 2 . (3.58)
€021 —sc (0220 — 011) — 7012 ¢“022 +5c (012 + 021) + 57011

where ¢ = cosf, s = sinf. The inverse transformation is obtained by letting
0 = —0.

To get the differential equation for @4, we use equations (3.56), (2.139), and
(2.140) to write

ihog = [Hy, 4] + relaxation terms

_[Jr(—@ o o (01 Lcation
L2 0 Q) T 10 , 04| + relaxation terms,

(3.59)

where

= V/82(t) + |Q0(2)12 = V/82(2) + 4lx(1)2. (3.60)
Since the relaxation terms in the field interaction representation can be written as
do/dt| elaxation = —y (000 + 00 ] + y20-00 , + 2I'6000, (3.61)
the corresponding terms in the dressed representation are obtained by taking

—y (o’OTTQdT + TTQdTO’())
+120_TT04To, 4+ 2Too T e4Tay

de/dt|relaxation =T T s (362)

where the inverse transformation @ = T7g, T has been used to express the field
interaction density matrix in terms of the semiclassical dressed density matrix.
Explicit expressions for the relaxation terms are listed in appendix A; they are more
complicated than in the other representations.

The dressed states are useful mainly in the limit that y/Q(#) <« 1 and when the
6 terms can be neglected. In this secular approximation, the off-diagonal, dressed-
state density matrix elements are negligibly small. They oscillate at frequency Q(t)
and decay at rate y [see equation (3.103) in appendix A], so that their average value
is of order y/Q(¢). As a consequence, one can neglect oy./1, 07,1 to lowest order in
y/Q(z). In general, the 6 terms can be neglected if |6/(¢)| < 1, as in the discussion
of adiabatic following in section 2.6.1. In these limits, the evolutlon equations for
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TABLE 3.1
Commonly Used Symbols
E(t) = %é [Eo(t)e"" + Ej(t)e™] Electric field
Eo(t) = | Eo(t)] ') Complex electric field amplitude
i Atomic dipole moment operator
Qo(t) = —(ft)21 - €Eo(2)/R Rabi frequency
x(t) = —(ft)2 - €Eo(t)/2R Rabi frequency/2
Wy = w1 Atomic transition frequency
S =wy)—w Atom-field detuning
8(t) =38+ () Modified atom-field detuning
Q(t) = /I0(2)|> + 82(t) Generalized Rabi frequency
0(t) = %tan_] [120(2)]/8(2)] Dressing angle
%) Excited state decay rate
r Dephasing decay rate
yo=y =y/2+T Decay rate for coherence g1>

the dressed-state populations can be approximated as

[ 1 :
011 =— |yasin®6 + 1 (2I — Vz)Slnz(ZQ)} or1
[ 4
+ EFSIH (20) + y2cos™ 0| 011,11, (3.63a)
. [ 2 1 . 2
Or11,11 = — |Y2c0s” 0 + 1 (2T — ) sin”(20) | 011,11
S »
+ EFsm (20) + y,sin" 0| 01,1 (3.63b)

These equations can be solved analytically for constant fields or numerically for
time-varying fields. Note that, in the absence of relaxation (and with the neglect of
the 6 terms), the dressed-state populations are constant. Of course, the semiclassical
dressed-state representation is defined in a way to ensure that this is the case. Dressed
states are particularly useful when there is one strong field (or one detuned field)
and a second, probe field acting on the atoms. We consider several examples in
subsequent chapters.

For convenience, the parameters of table 2.1 are relisted in table 3.1, along with
the various decay rates and some dressed-state variables.

3.5 Bloch Vector

For density matrix elements, there is yet another representation that is very useful
since it allows for a geometric interpretation of the evolution of the density matrix.
Real variables are introduced in terms of density matrix elements in the field
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interaction representation as

u' =0y, + 0>
,U/ — Z‘ é/ _ é/ ,
(851 12) (3.64)
w' =02 — 011,
m = 022 + 011,
with the inverse transform given by
_, u' + i
Cn=">5
~ u — i
01 = Y
" w (3.65)
on=—5—
m—+w
0= "5
or, with the second definition of the field interaction representation,
u = Q12 + 021,
v =1i(021 —012),
(3.66)
w = Q22 — 011,
m= 03 + 011,
. u+1iv
on=—5—;
. u—1iv
021 = )
2 (3.67)
m—w
on=—5—,
m—+ w
022 = 3

Note that a matrix element such as g1» = 8},¢'” = §12¢"“"'*" can be written in
terms of these variables as

012 = (U +iv)e' J2 = (u+ iv)e' W /2 (3.68)

It is especially important not to forget that the Bloch vector, having components
[(#, v, w,m) or (u',v',w',m)], is related to density matrix elements in the field
interaction representation. In calculating expectation values of operators, it is
necessary to convert back to the Schrodinger representation.

The elements of the Bloch vector have a simple interpretation. The quantity 2 is
the total population of the levels, and w is the population difference. For the electric
dipole transitions under consideration, # and v correspond to components of the
atomic dipole moment that are in phase and out of phase with the applied field. One
often refers to # and v (as well as 91, and 0,1) as coherence.
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In the presence of relaxation, it follows from these definitions and equa-
tions (3.54) that

i = —86v —Im[Q(t)]w — yu/,
v = éu' — Re[Qo(t)]w — pv/, (3.69)
w' = Re[Qo(2)] v +Im [Qo(t)] ' — y2(w' + 1),
m =0,
or
u = —38(t)v — yu,
v = 8(t)u — [Qo(t)|lw — yv,
. ’ (3.70)
w = |Qo(?)[v — ya(w + 1),
m=0.
Conservation of probability is expressed by the relation 7 = 1.
If we construct column vectors
Re [€2(2)]
Q1) = | —Im[2o(2)] |, (3.71)
1)
or
[€20(2)]
Q(t) = 0 (3.72)
5(t)
and

u u
B=|v], B=|v], (3.73)
w’ w

then equations (3.69) and (3.70) take the vectorial form (neglecting relaxation)

dB'/dt = Q' (r) x B, dB/dt = Q(¢) x B. (3.74)
Including relaxation, we have
yu
dB'/dt = Q' (t) x B — yv , (3.75)
y2 (w'+1)
or
yu
dB/dit = Q(t) x B — yv . (3.76)
y2(w+1)

There is a simple geometric interpretation of equation (3.74). In the absence of
relaxation, the Bloch vector B (or B’) precesses about the pseudofield vector ()
[or /()] with angular frequency Q(¢) [or ©'(¢)]. Often, it is easy to picture the
interaction (especially in time-dependent problems) using the Bloch vector. To get
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|Qo| v
B (0)
u

Figure 3.2. When §(¢) = 0 and |©2y| = constant, the Bloch vector B(#) rotates in the (w, v)
plane with angular velocity |Qq].

some idea of the dynamics, let us first consider problems in which relaxation can
be neglected. We use equation (3.76) in all that follows. In general, equation (3.76)
must be solved numerically.

3.5.1 No Relaxation

Since B precesses about the pseudofield vector, its magnitude must remain constant.
We can show this explicitly by using equation (3.76) to write

d _, d dB
ElBl _E(B-B)_ZB~E_2B-[Sl(t)xB]_0. (3.77)
Therefore,
IB|? = u* + v* + w? = constant. (3.78)

With the definitions given in equations (3.66), we find

B2 = i + 0 + u?
_ . R - R . >
= 07, + 2012021 + 031 — 07 + 2012021 — 031 + 03y — 2022011 + 074
= 03 + 2022811 + &1, = (@12 +611) =1, (3.79)

provided that the relationship 812021 = la1l?|a2]> = 611022 is used. Note that
this relationship is valid only in the absence of any relaxation, allowing us to set
0ij = a;a’. Since the magnitude of B is unity, the Bloch vector traces out a curve on
the surface of the Bloch sphere, a sphere having radius unity in #, v, w space.

As an example, consider the case when §(¢) = 0 and || = constant, with
initial conditions 011(0) = 1 [812(0) = 821(0) = 022(0) = 0]. This implies that #(0) =
v(0) = 0 and w(0) = —1; see figure 3.2. Since B precesses about € = |Qol0,
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Figure 3.3. When 8§ = constant and |Qg| = constant, the Bloch vector B(¢) precesses about
the pseudofield vector £ with angular velocity Q.

it follows that

u=020,
v = sin (|Qo]2), (3.80)
w = —cos (|Ro]t) .

If, instead, |Q20(#)| corresponds to a time-varying pulse envelope that starts from
0 at t = 0, the precession phase angle at any time is given by

A(t) =/0 [Q0(t)| dt, (3.81)

and equations (3.80) are replaced by

u=0,
v = sin A(#), (3.82)
w = — cos A(t).

Note that for times when A(¢) = =, the population is completely inverted (w = 1),
while for times when A(z) = 4 /2, the coherence is at a maximum (|v| = 1).

Now let us assume that both the field amplitude and atom-field detuning are
constant, |Qy(¢)] = constant, § = constant. The initial condition for the Bloch
vector is taken as B(t = 0) = By. The Bloch vector B precesses about € with rate
Q = (|Q0]2+8%)1/2; see figure 3.3. To solve this problem, it is convenient to rotate the
w axis so that it is along Q. This is a passive transformation. Alternatively, one can
rotate the vector € so that it is along the w axis, which is an active transformation.
Let us try an active transformation with new vectors denoted by tildes (~).



72 = CHAPTER 3

Figure 3.4. Pseudofield and Bloch vectors under the active rotation that aligns the pseudofield
vector with the w axis. The Bloch vector By rotates in the plane w = — cos(20).

The active rotation matrix that accomplishes this transformation is

D(e, B, y) = D(0, —20, 0)

cos26 0 —sin 20
=D, (-20) = 0 1 0 , (3.83)
sin20 0 cos260

where (a, 8, y) are the Euler angles, and D,(—26) corresponds to an active rotation
of (—20) about the v axis. With this rotation and recalling that tan(20) = |Q|/8, we
find

Q=D,(—20)Q
cos26 0 —sin 26 [Q0]
= 0 1 0 0
sin20 0 cos26 8
|Q20]| cos 26 — §sin 26 0
= 0 =101, (3.84)
|Q20] sin 26 + & cos 26 Q

which brings the pseudofield vector along the w axis (figure 3.4).
Under this transformation,

By = D,(—26)By. (3.85)
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But now By simply precesses about the w axis such that

B(t) = G(¢)B,. (3.86)
where
cos Qt —sin Q¢ 0
G(t) = | sinQt cosQt 0 |. (3.87)
0 0 1
Therefore,
B = GBy = GD,(—26)B,, (3.88)
such that
B = D/(—20)B = D,(26)B = U(6, t)By, (3.89)
with

U0, t) = D,(20)G(t)D,(—20)

Qol? + 82 Qt 1) Qo6
(2] + " cos ——sin Qt Sl (1 — cos Q2t)
Q2 Q Q2
) Q
= — sin Q1 cos Qt —Msinfzt , (3.90)
Q Q
[€200 Q0] . || cos Qt + 82
o (1 — cos Q2t) Qt o
which implies that
Qo> +8%cosQt  § . Qol8
(£l +Qz €os ) sin ¢ |QOZ| (1 — cos Q1)
u(t) 5 9 u(0)
u(t) | = §sith cos Qt —% sin Q¢ v(0)
wit) 12016 192l 1Q0]? cos Q1 + §2 )
0 (1 — cos Q2t) ?Osin Qr =2 cos

Q2 Q2

(3.91)
This result is of fundamental importance, since it gives the time evolution of density
matrix elements for constant field and detuning. The result could have been obtained
from the amplitude solutions, equations (2.91), by simply forming the required

density matrix elements.
3.5.1.1 Bloch vector with time-dependent §(¢) and |2¢(2)|
It is also possible to use the Bloch vector with time-dependent
Q(t) = |Qo(t)|0 + 8(¢)W. (3.92)

Consider first the limit in which §(¢) = § = constant > 0, |Qp(t = —o0)| = 0,
and |Q(t)| is a pulse envelope that varies slowly in time compared with 1/Q(z).
This implies that the Rabi frequency Q(¢) = [|Q0()]> + §2]'/? is sufficiently large
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u B

Figure 3.5. Under adiabatic following conditions, the Bloch vector remains aligned with the
(negative of the) pseudofield vector, provided that [Qy(—o0)| = 0 and §(—00) > 0 (assuming
that the atom is in state 1 at t = —o0).

to ensure that the Bloch vector precesses many times around the pseudofield vector
before the pseudofield vector changes as a result of changes in |Q2(#)|. Consider what
happens when w(—00) = —1 [p11(—00) = 1]. At t = —o0, the pseudofield vector is
aligned along the positive w axis and the Bloch vector is aligned along the negative
w axis, in a direction opposite to the pseudofield vector. As the field |€2(#)| begins
to build, the pseudofield vector rotates sufficiently slowly in the wu plane to ensure
that the amplitude of the precession remains very small. In other words, the Bloch
vector adiabatically follows the (negative of the) pseudofield vector (figure 3.5).
As a result, the Bloch vector B stays in the wu plane, with

w(t) = —cos[20()], v(t) =0, u(t)=—sin[26(t)], (3.93a)
022(t) = sin® [0(t)],  012(t) = 021(t) = —sin[0(t)] cos [0(2)] . (3.93b)

where tan [20(2)] = |Qo(#)| /8, as in the case of adiabatic following. These are the
same results obtained using dressed states, provided that the angle 6(¢) changes at
a rate much less than Q(z). The Bloch vector gives a geometrical perspective to this
result.

Note that if §(¢) also changes slowly in time and changes sign from §y to —do,
then the Bloch vector adiabatically follows the pseudofield vector and rotates into
the upper half plane (provided the minimum Rabi frequency is sufficiently large to
ensure adiabaticity). At the end of the pulse, |2¢(00)| ~ 0, the Bloch vector is aligned
along the positive w axis—this implies that 0;,(00) = 1 and corresponds to adiabatic
switching.

3.5.2 Relaxation Included

When relaxation is included, as in equations (3.70), the Bloch vector no longer
has constant length, and there is no simple way to find B(#) for a given By. With
relaxation, the Bloch vector decreases in length and eventually reaches a steady-
state value if the field amplitude and detuning are constant, corresponding to a single



DENSITY MATRIX FOR A SINGLE ATOM = 75

point within the Bloch sphere. Still, one can gain some insight into the dynamics of
the atom-field interaction using the Bloch vector.

Consider the case [€g| = constant, § = 0, 011(0) = 1. If || > y, y2, the Bloch
vector rotates many times in the w, v plane before it decays to its steady-state value.
In doing so, it decays at a rate that is the average of the decay rates of w and wv.
Since w decays at rate y, and v at rate y, one would expect an average decay rate of
(y2 +y)/2. For y = y»/2 (no collisions), this rate equals %)/2.

If, on the other hand, the Bloch vector precesses at a rate that is much less than
v, v2, then the Bloch vector approaches its steady-state value in a monotonic fashion.
This type of dynamics corresponds to a rate equation approximation, as you will see
shortly. We will return to the Bloch vector when we consider atoms subjected to a
sequence of optical pulses.

3.6 Summary

The single-particle density matrix has been introduced. You have seen that a density
matrix approach is needed when we want to include irreversible processes (relax-
ation) into the atom—field dynamics. In particular, the role played by spontaneous
emission and collisions has been discussed. The Bloch vector was also defined, in
which complex density matrix elements are replaced by real components that can be
given a simple physical interpretation. The Bloch vector also allows one to visualize
the atom-field dynamics using a geometric picture. With the introduction of the
density matrix, we are now prepared to look at some important applications of
atom-field interactions.

3.7 Appendix A: Density Matrix Equations in the
Rotating-Wave Approximation

3.7.1 Schrédinger Representation

on = —iX*(t)eith21 + l.X(t)eiithu + 12022, (3.94a)
022 = ix* (1) 021 — ix(t)e " 012 — v2022 . (3.94b)
012 = iwoo12 — i x*(1)e" (022 — 011) — Y012+ (3.94¢)
021 = —iwo21 +ix(t)e (022 — 011) — Y021, (3.94d)
with
x(t) = Qo(t)/2, (3.95a)
Qo(t) = —p21 Eo(t)/h, (3.95b)
8 =wy— w, (3.95¢)
3(2) = wo — w + ¢(t) (3.95d)
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3.7.2 Interaction Representation

o011 = —ix*(t)e 1&921 +ix(t )emgu + Y2022,

02 = ix*(t)e o3 —ix()e o1, — V2022,

7i8t(

sz = —ix*(t)e 022 — Q11) — )/Q{z’

031 = ix(t)e™ (022 — 011) — y03;-

3.7.3 Field Interaction Representation

011 = —ix ()05 +ix(£)d1, + v2022,
022 = i x*(£)051 — ix(2)01, — 2022,
doy,/dt = —ix*(t)(022 — 011) — (y — i8) 8},

doy,/dt = ix(t)(022 — 011) — (v +18) 054,
or

o011 = —i |x(£)[ (021 — 012) + Y2022,
022 =1 |x(t)| (821 — 012) — Y2022,
do1/dt = —i |x(t)| (022 — 011) — [y —8()] 012,

doa/dt =i |x(t)l (022 — 011) — [y +i8(t)] 021-

3.7.4 Bloch Vector

P -, -, u +iv
=01, Tt 021, Q1= 7
, -, - u —iv
(021 Q12) Q1 = 5
m—w'
w = 022 — 011 011 = 3
m+w'
m= 02+ 011, Q22 = 7

i = —8v — Im[Q(t)]w — yud,

vV =8u —Re[Qo(t)]w — yv/,

W' = Re [Qo(2)] v + Im [Q(2)] ' — 2w’ + 1),
=0,

(3.96a)
(3.96b)
(3.96¢)
(3.96d)

(3.97a)
(3.97b)
(3.97¢)
(3.97d)

(3.98a)
(3.98b)
(3.98c¢)
(3.98d)

(3.99a)

(3.99b)

(3.99¢)

(3.99d)

(3.100a)
(3.100b)
(3.100c)
(3.100d)
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" u=012+ 02, 012=I(u+1iv)/2, (3.101a)
v=1(021 — 012), 021 = (u—iv)/2, (3.101b)

w =0 —011, 02=m+uw)/2, (3.101c)

m= o011 +02, on=(m-w)/2, (3.101d)

= —68(t)v — yu, (3.102a)

v =8(t)u — |Q(t)| w — yu, (3.102b)

w = [Qo(?)lv—y2(w + 1), (3.102¢)

=0 (3.102d)

3.7.5 Semiclassical Dressed-State Representation

Including decay in the dressed picture leads to rather complicated expressions.
Explicitly, using equation (3.62), we find
orr = —{y2sin® (1) + (I'/2) sin® [26(¢)}or.1
—(1/8) sin [46(2)] (2 — 2T') (o111 + 011,1)
+{(T'/2) sin” [20(2)] + y2 cos* O(t)}or1.11
—0(t)er11 +011.1), (3.103a)

o11.11 = —{y2 cos* 0(t) + (I'/2) sin® [20(8)1}o11,11
+(1/8)sin[40(2)] (y2 — 2T") (o111 + o11,1)
+{(T'/2) sin” [26(£)] + y2 sin* 0(2)}o1.1
+0(t) (o111 + 011.1), (3.103b)

oL = —ly —iQ(t) — (1/4)(2T — ya) sin® [20(t)Jer.11
+(1/4) sin [26(2)] {y2 + 2T cos [26(2)] + 2y, sin® 6(t)}o1.1
+(1/4)sin [260(t)] {y» — 2T cos[20(¢)] + 2y» cos? o(t)}orr11
+H{(1/4)2T — ) sin® [20()}err,1
—0(t)(e11.11 — 01.1) (3.103c¢)

o1 = —{y +iQ(t) — (1/4)2T — y2) sin® [20(2)]}o11.1
+(1/4)sin [26(2)] {y2 + 2T cos[26(t)] + 2y, sin® O(t)}or.r
+(1/4)sin [20(2)] {y2 — 2T cos [20(t)] + 2y2 cos” O(t)}or 111
+{(1/4)2T — ya) sin” [20(¢) o111
—0(t)(e1r11 — o1.1), (3.103d)
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where
Q(t) = {[8()]* + |Q0(2)1}/2, (3.104a)
tan [260(¢)] = [S20(2)| /8(2), (3.104b)
y="2 4T, (3.104c)

and T is the collision rate.

3.8 Appendix B: Collision Model

In many experiments involving atomic vapors, one attempts to work at sufficiently
low pressures to eliminate the effects of atomic collisions. There are cases, however,
where collisions play an important role in modifying the manner in which atoms
interact with external radiation fields. Generally speaking, collisions affect atoms
in two, inseparable fashions. During a collision, the energy levels of the atom
are shifted, but they return to their unperturbed values following the collision.
In addition, the velocity of an atom can change as a result of the collision.
Both processes modify the absorption or emission profiles associated with atom—
field interactions. In this appendix, we restrict our discussion to changes in
atomic energy levels during a collision, but it should be noted that the velocity
changes can also modify spectral profiles, especially in the case of nonlinear
spectroscopy [1].

Our purpose here is to offer a very simple collision model. It is assumed that
the atomic vapor consists of active atoms that interact with external fields and a
perturber bath whose atoms undergo collisions with the active atoms but interact
negligibly with the external fields. As a typical system, one can envision alkali metal
atoms as the active atoms and rare gas atoms as the perturber bath. For radiation in
the visible or near infrared, ground-state rare gas atoms are virtually unaffected
by such radiation fields, while alkali metal atoms can absorb readily at specific
frequencies in this range.

A number of simplifying assumptions can be made if one considers the various
timescales in the problem. For thermal vapors, a typical collision duration is 7. =
1.0 ps, assuming a collision radius of 5A and a relative velocity of 5 x 10%m/s
between collision partners. The collision duration z, sets the timescale. Since optical
transition frequencies wy are much larger than 7!, collisions do not possess the
Fourier components needed to effectively induce optical transitions. Thus, one
can assume that collisions do not change state populations, as we did in writing
equations (3.30a) and (3.30b). Moreover, during a collision, any evolution of
the atomic state vector in the interaction representation (with the rapidly varying
optical frequency removed) is totally negligible provided that Q(#)z. <« 1 and
Q(t)t./Q(t)*> <« 1, where Q(t) is the generalized Rabi frequency. Of course, one’s
ability to talk about individual collisions implicitly relies on the condition that the
duration of a collision is much less than the time between collisions, I'"!, where I'
is the collision rate. Typically, I'/27 is of order 10 MHz/Torr of perturber pressure,
allowing us to use this binary collision approximation for perturber pressures



DENSITY MATRIX FOR A SINGLE ATOM = 79

less than a few hundred Torr. Together, the binary collision approximation,
I't. <« 1, and the conditions Q(¢)t, <« 1 and Q(t)z./ Q(t)> « 1 comprise the impact
approximation. In the impact approximation, the atomic evolution is frozen
during a collision, aside from the rapidly varying oscillation associated with the
atomic frequency. In what follows, we assume that the impact approximation
holds.

If one neglects the velocity-changing nature of the collisional interaction, it is
relatively simple to understand how collisions modify off-diagonal density matrix
elements. (As noted earlier, diagonal density matrix elements are unaffected by
collisions that do not induce transitions.) In the interaction representation, we
consider the change in an off-diagonal density matrix element in a time interval
At that is much larger than the collision duration 7., but much smaller than the time
between collisions I'"!. In other words, it is highly unlikely that two collisions can
occur in At, but At is sufficiently large to contain an entire collision.

During a collision characterized by impact parameter b and relative speed v,, the
state amplitude ¢; in the interaction representation evolves according to

zhc, :Ei(b, v,,t)c,-, (3105)

where E;(b, v,, t) is the collisional energy shift of level j, resulting, for example, from
van der Waals interactions. All other contributions to ¢; can be neglected during a
collision owing to the impact approximation. Thus, as a result of a collision, one

finds
ci(t+ At) = e ?1 e (p), (3.106)
where the phase shift acquired in the collision is

1 t+At 1 oo
#;(b, v,):—ﬁ/ E;(b, v,,t’)dt’%—ﬁ/ Ei(b,v,,t)dt, (3.107)
t —00

) by 7., since the interval contains an entire collision.
The change in the density matrix element Q}i in a time interval At averaged over
collision parameters is given by

t+At
and one can replace |,

(Aofi(1)) = (P(b,v,) [ci(t + At)Ci(t + At) — ci(2)ci(2)]) At

= (P(b,v,) [0 — 1] ci(t)ci()) At
= (P(b,v,) [P — 1] o (1)) At (3.108)

where P(b,v,) = 2nbNv, is the probability density (in impact parameter and
relative speed) per unit time for a collision to occur with impact parameter b and
relative speed v,, N is the perturber density, and

ij(b. v;) = ¢i(b, v;) — ¢ (b, vy). (3.109)
If it is assumed that each collision is independent of the past, one can factorize

(P(b,v,) [0 — 1] ol (2)) = (P(b, v,) [7P) —1]) (o], (2)) (3.110)
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and write

Aol (t
<£Z’t()> = —Fﬁf)(V) {0/ (1)) (3.111)

where
F};)(v) =T(v)+iS(v) = N/Zr[bdb/dvp ’V — Vp| Wp(vp)[l—ei¢ff(b~|v—vp|)] (3.112)

is a complex collision rate, and W, (v,) is the perturber velocity distribution. Note
that the relative velocity v, has been replaced by (v — v,), where v is the active atom
velocity, and v, is the perturber velocity, allowing us to average over the perturber
velocity distribution. As a result, the collision width I'(v) and shift S(v) parameters
are actually functions of the active atom velocity. In most treatments of collisions,
the velocity dependence is often ignored, and the average in equation (3.112) is
carried out using the relative velocity distribution rather than the perturber velocity
distribution [2].

Since At is, in effect, an infinitesimal time in the interaction representation, we
can take the limit Az ~ 0 in equation (3.111) to obtain

oli(teon = =T (v)l. (3.113)

where o/; is now a reduced density matrix element for the active atoms. In this
simple phase-interrupting collision model, collisions result in a complex decay rate
for off-diagonal, electronic state density matrix elements. Equation (3.113) agrees
with equation (3.30) if one neglects the shift S(v) and the velocity dependence in
I'(v), effectively replacing Fff)(v) by I'.

Problems

1. Calculate the expectation value of the position operator r(¢) = (¥ (¢)|t|¥(¢)) for
a two-level atom whose levels have opposite parity in terms of density matrix
elements in the Schrodinger, interaction, and field interaction representations.

2. Repeat the calculation of problem 1 in the dressed basis, and show that
the expectation value of r(¢) depends on both diagonal and off-diagonal
density matrix elements in the dressed basis. Be careful to remember that
(f) = (¥(¢)|t]¥(2)), but that the transformation to the dressed basis is given
in terms of density matrix elements in the field interaction representation. In
the secular approximation (¢, ;1 ~ 0), show that the expectation value depends
only on the difference of dressed-state populations.

3. Write explicit expressions for g(¢) in terms of @(0) for the two-level problem
without decay, assuming a constant field amplitude and phase.

4. In the two-level problem without decay, assume that |x /8| < 1 and |x/xd| <
1. Show that the upper-state population is given approximately by 02,(¢) =
|x(t)/8]? if the atom starts in state 1 at t = —oo. The population adiabatically
follows the field.

5. Show explicitly that the relaxation terms in equations (3.31a) to (3.31d) can
be written as —y [op0(t) + 0(t)oo] + y20_0(t)o + 2T op0(t)0y.
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6. Solve the Bloch equations numerically for y = y,/2 = 1/2 and (§ = 0.1,
|0(2)] = 0.2) and (§ = 0.1, |0(2)| = 3), and plot w as a function of time,
assuming that the atom is initially in its ground state. In which case does the
Bloch vector approach its steady-state value monotonically?

7. From the Bloch equations without decay, prove that for constant €, the angle
between the Bloch vector and the pseudofield vector remains constant. What is
the geometric interpretation of this result? Now, imagine that 2(¢) is a slowly
varying function of ¢ compared to 1/K(t). Prove that if initially the Bloch
vector is parallel to the pseudofield vector, it remains so (approximately).

8. Consider the two-level problem with ¥y = /2. Show that, if § = 0 and
011(0) = 1, then for a constant field amplitude, the upper-state population
is given by

|QO|2/2 3y . —3ypt)2
022(t) = RN 1 — [cos(At) + ETY sin(At)]e "= L,

where A = (|Q]> — y2/4)"/%. Evaluate 0, for || > y, and give an
interpretation in terms of the Bloch vector.

9. Look at equations (3.103) for the density matrix in the semiclassical dressed-
state basis, neglecting the 6 terms. You need not derive these equations, which
follow from the definition of ¢4 and some straightforward, but cumbersome
algebra. Why are diagonal and off-diagonal density matrix elements coupled
by terms proportional to the decay rates? Obtain an approximate, steady-
state solution to the dressed-state density matrix equations that is valid when
Q(t) > y, y»—that is, obtain steady-state solutions that are correct to zeroth
order in y/Q(t), y2/Q(t), and T'/Q(¢). This limit is known as the secular limit
and, for all practical purposes, is the only limit where the dressed-state basis is
particularly useful in problems involving decay.

10. In the field interaction representation, neglecting relaxation, the state vector
can be written quite generally as

[y (£)) = cos(8/2)[1(2)) + sin(8/2)e'|2(t)),

where 0 and ¢ are arbitrary real functions of time with 0 < 6 < 7 and
0 < ¢ < 27. Show that the angles 6 and ¢ correspond to the spherical angles
of the Bloch vector on the Bloch sphere.

11. Simplify equations (3.103) in the limit that there are no collisions, I' = 0, and

Y =v2/2.
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Applications of the Density
Matrix Formalism

4.1 Density Matrix for an Ensemble

We now have the basic tools in place to carry out a number of calculations that are
associated with problems of fundamental importance in matter—field interactions.
The topics to be discussed include the absorption coefficient and spectral width,
a simple treatment of atomic motion valid in plane-wave fields, and the rate
equation approximation (chapter 4); atoms in standing-wave fields—Ilaser cooling
(chapter 5); coupling to the radiation field—Maxwell-Bloch equations (chapter 6);
atoms in two fields—saturation spectroscopy (chapter 7); three-level atoms in two
fields—Autler-Townes splitting (chapter 8); dark states and slow light (chapter 9);
and coherent transients—free induction decay, photon echo, Ramsey fringes, and
frequency combs (chapter 10).

Up to this point, we have considered the density matrix of a single atom. At this
stage, we need to introduce an ensemble of atoms that interact with an external
field. As long as the atoms interact independently with the external fields and do not
interact directly with each other, it is an easy matter to generalize the single-particle
density matrix to a density matrix for the ensemble of atoms. One simply defines

R(R, v, t) = %Z/dedij“)(R/,vf,t)(S(R—Rj)S(V—vi), (4.1)
j

where §(R — R;) is a Dirac delta function, R'(R;, v, t) is the single-particle density
matrix of atom j, and N is the total number of atoms. We have replaced the symbol
o with R to indicate that RV/(R;, v;, ) is a density in both coordinate and velocity
space, whereas g is a dimensionless, single-particle density matrix.

Equation (4.1) may seem innocuous, but it hides some problems in electrodynam-
ics that have yet to receive a satisfactory solution. For the moment, we consider that
R and v are classical variables—that is, the atomic center-of-mass motion is treated
classically. If this were not the case, it would be impossible to define a single-particle
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density matrix that is a function of both position and velocity (momentum), since
the position and momentum operators do not commute. As is shown in chapter 3,
however, this is often not a fundamental problem if one interprets R; and v; as the
average position and velocity of a wave packet associated with the atomic center-of-
mass motion. What remains as a fundamental problem, however, is one related to
macroscopic rather than microscopic descriptions of the atomic medium.

For classical center-of-mass motion, the single-particle density matrix can be
written as

RV R, vj, 1) = (R}, v;, )8 [R; —R;(2)] 8[v; — v;(2)], (4.2)

where R;(¢) and v;(¢) are the classical position and velocity of atom j, and
0(R;,v;, 1), the single-particle density matrix of atom j, is dimensionless. The
density matrix R(R, v, #) consists of a sum of delta functions. Often, one tries to
obtain a continuous distribution for quantities of this nature by averaging over a
volume that contains many atoms, assuming that macroscopic quantities (such as
phase space density) vary only slightly in such a volume. In electrodynamics, the
volume is typically taken to be smaller than an optical wavelength, but in our case,
such a procedure is not valid since we usually consider densities where there are very
few atoms in a sphere whose radius corresponds to an optical wavelength. Instead,
to go over to continuous variables, we choose a volume whose dimensions are much
larger than a wavelength, but one for which the density AM(R) is approximately
constant in the absence of the applied fields. In velocity space, the macroscopic
“volume” (Av)? is taken to be much smaller than #°, where u is the most probable
speed associated with the velocity distribution Wj (v) that characterizes the atomic
ensemble in the absence of any applied fields.
In other words, we take as our density matrix

R(R,v,t) =N(R)Wp (v) o(R, v, 2), (4.3)

where o(R, v, #) is the single-particle density matrix of an atom located at position
R having velocity v at time ¢. It is important to note that, in the presence of the
applied fields, the single-particle density matrix can vary significantly over distances
comparable to a wavelength, as well as in velocity space over velocities whose
magnitudes are small compared with «, whereas A/(R) and W} (v) are approximately
constant in these ranges. Conservation of probability in a single atom implies that!

> twa(®, v, 1) =1. (4.4)

Unless noted otherwise, we will assume the density N is constant in the volume of
interest.

Since each atom interacts independently with the external fields, the results we
obtained previously for the single-particle density matrix can be taken over directly
for the multiple-atom case. The only difference is that we can no longer specify the
position as that of a single atom (previously taken as R = 0) but must allow it to
be a general variable R. Moreover, we must keep track of the manner in which the
atomic response depends on the center-of-mass velocity of the atom.

LIf collisions are present that redistribute the velocities, equation (4.4) is replaced by
> S dVWo (V) gua (R, v, 2) = 1.
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For the time being, we neglect atomic motion. In that case, for a plane-wave
optical field having electric field vector

E(R, ) = € |Ey(¢)| cos [k - R—wt — ¢(t)]

1., . . . .
EelEO(t” ez(p(t)et(k-R—wt) + e—up(z)e—t(k-R—wI) , (45)

where k is the field propagation vector, and € is the field polarization, with k- € =0
and & = w/c, all the previous equations for the time evolution of the single-
particle density matrix elements remain valid, provided one replaces x(#) with
x(R,1) = x ()R or Qo(t) with Qo(R.2) = Qo(t)e’*R in those equations.

4.2 Absorption Coefficient—Stationary Atoms

We first calculate the absorption coefficient for a monochromatic optical field
incident on an ensemble of stationary two-level atoms. This is as basic as an atom—
field interaction gets. The approach we follow in this chapter is a simple one—we
calculate the steady-state density matrix of the atoms in the presence of the field and
infer the loss rate for the field. In chapter 6, we use the density matrix equations,
combined with Maxwell’s equations, to arrive at the same result.

The term absorption can be a bit misleading. What does it mean for optical
radiation to be absorbed by a medium? A perfectly reasonable definition would
be that the incident energy is transformed into internal energy of the medium, as
can happen in solids and liquids. In this case, the medium would heat as a result of
the absorption. On the other hand, when light is incident on a low-density atomic
vapor, a different type of process occurs. The radiation results in some steady-
state excited-state population of the atoms that can be viewed as heating, but this
heating is a transient process. Once the steady-state population is established, there
is no additional heating; nevertheless, the incident field continues to lose energy.
The energy loss mechanism involves scattering of the incident field by the atoms
into unoccupied modes of the vacuum field. Neglecting atomic motion, the average
frequency of this scattered radiation is always the frequency of the incident field and
not the atomic transition frequency, consistent with a scattering interpretation. We
discuss this interpretation in greater detail in Chapter 20. Thus, when we talk of
absorption in this section and throughout the text, we actually refer to the loss of
energy by the incident field and not to an increase in energy of the medium.

You might ask why it is important to study absorption profiles—that is, the
absorption of a field by an ensemble of atoms as a function of the frequency of the
applied fields. Historically, such profiles served as a blueprint for atomic structure.
The frequencies giving rise to maximum absorption are related to atomic transition
frequencies, while the widths of the resonances originate from processes such as
spontaneous emission and collisional relaxation. The ability to resolve different
atomic transition frequencies and to fully characterize all the energy levels in an
atom depends on the line widths of the transitions.

Let us assume that the atoms are distributed uniformly in a cylindrical volume of
cross-sectional area A and length L (figure 4.1). The axis of the cylinder is taken as
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atom at position Z

field .)

z

Figure 4.1. A monochromatic field is incident in the Z direction on a cell containing atoms
that are distributed uniformly in the cell.

the Z axis, and the optical field is incident in this direction such that
1 . )
E(Z t) = Ef( [Eo(Z, t)e'k=0 + E¥(Z, t)e ' k4] | (4.6)

where Eo(Z,t) is slowly varying in space over a wavelength and in time over
an optical period. Diffraction effects have been neglected on the assumption that
A A%

Although we have gone from z to x polarization for the field, the two-level
approximation remains valid for a | = 0 to / = 1 transition, provided that we
take state |2) as

2) = |x) = — (11;1) — |15—1)) /2. (4.7)

An x-polarized field drives transitions between a | = 0 ground state and this linear
combination of |] = 1;m;) states.
It is convenient to redefine the field interaction representation as

012(Z, t) = 812(Z, t)e " kZ=n) (4.8)

where the rapidly varying spatial and temporal phase has been factored out. Note
that this corresponds to the “first” definition of the field interaction representation
even though the “primes” have been dropped. If it proves convenient, one can
transform to the “second” definition of the field interaction representation by
taking Eo(Z,t) as real and positive, replacing § by 8(z) = 8§ + ¢(t), and setting
012(Z, t) = d12(Z, t)e kZ-wt+ot)],

The equations of motion [see equations (3.53a) to (3.53d)] in this field interaction
representation are

on(Z,t) = —ix*(Z,1)021(Z, t) + i x(Z, 1)012(Z, t) + y2022(Z, ) (4.9a)
002(Z,t) = —y2002(Z, t) +ix"(Z,1)021(Z, t) — i x(Z, 1)012(Z, 1) (4.9b)
012(Z.t) = —(y —i8) 012(Z. t) — ix*(Z, 1) [022(Z. t) — 011(Z. 1)]  (4.9¢)
01(Z.8) = —(y +i8)001(Z. t) +ix(Z. 1) [022(Z. 1) — o11(Z,2)] . (4.9d)
where
x(Z,t) = — (ux)21Eo(Z, 1) /21, (4.10)

and (ux)21 is a (real) dipole moment matrix element. Recall that y = y,/2 + T'. If
we know Ey(Z, t), we can solve this equation at each Z to obtain the density matrix
at that point. In this section, we assume that a steady-state regime has been reached
such that Eo(Z, t) = Eyo(Z) and 0(Z, t) = a(Z).
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In steady state, all time derivatives are set equal to zero, and we find

—ix*(Z)[022(2) — 011(2)]

7
012(Z) Y —ib
v (7, 2 82
_ x4 rt , (4.11a)
v =i y2+8 4+ Fx(2)P
501(2) = i1x(Z)[022(Z) — 011(Z)]
021 = v +i8
—iv(Z 2 82
_ ~ix(2) v , (4.11b)
v i 2482+ LI (2)1
2y 2
LIx(2)]
0n(Z) = = (4.11c)

2402+ X 2)P

2 2 2y 2

Yo+ + Lix(2)]
on(Z)=1-0n(2) = pe . (4.11d)

y*+82+ Fix(2)1?

For
4y
V2

IX(D)P > y* + 6%, (4.12)

we find that 0(Z) ~ 011(Z) ~ %, as you might expect, since there is saturation,
resulting in equal ground- and excited-state populations in strong fields. We can
rewrite equation (4.11c¢) as

LV| 2
x(Z)]|
_ 7
on(Z) = ;§+82 : (4.13)
where
41x(2)?
yp=y4/1+ Ax (2 (4.14)
Y2

is referred to as a power-broadened decay rate, for reasons to be discussed in this
section.

To establish a relationship between 0,,(Z) and the absorption rate, consider the
slab of atoms between Z and Z+ dZ shown in figure 4.2. The rate at which energy is
lost from the field equals that at which it is scattered by the atoms. In other words,
each time a scattered photon is produced, one photon of energy is lost from the
field. As a consequence, the rate at which energy € is lost from the field as a result
of scattering by atoms in the slab is given by

% = —Nhw02:(2) y, AdZ, (4.15)
where N is the atom density, A is the cross-sectional area of the slab, and the
brackets indicate a time average over an optical period. We want to convert this
time derivative to a spatial derivative and can do this using the Poynting vector.
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Figure 4.2. A slab of the medium located between positions Z and Z + dZ.

A

In terms of the Poynting vector, S(Z) = S(Z)z,

[S(Z+dZ) - S(Z2)] A= % (4.16)

Therefore, using equation (4.13), we have

d(s) 1 dE) 2yIx(2)?

Z =AD& = N hwy00(Z) = —-N ho v (4.17)
Since
» lu)uEo(2) 1 2 (1)t
(DN = == = el Bl DI 50 (4.18)

[recall that (uy)21 = (1x)12 is taken to be real] and since the time-averaged Poynting
vector for the plane-wave field (4.6) is equal to

1
(SR, 1)) = Eceo|Eo (R, 2) |, (4.19)

it follows that

S(Z o
x(zye = S0 By (4.20

Inserting equation (4.20) in equation (4.17), we obtain
a(s)
dz

where the (power-dependent) absorption coefficient is defined as

—a(8, (S))(S), (4.21)

Noy () ooy
a8, () = —— 5 =5 ——5——,
cheo(ys + %) 2y woyg +6

(4.22)

with

2
= 2 0lisliy (4.23)

cheoyr



DENSITY MATRIX APPLICATIONS = 89

o Y,
-~ (Xo —2"{ é
- Z'YB
0 )

Figure 4.3. Absorption coefficient as a function of detuning.

and

2 2
Yv2 ch*€oyy2

(From this point onward, we set w/wy = 1 —8/wy ~ 1). Note that o and yp are both
functions of (S(Z)) and that «g is the absorption coefficient on line center (§ = 0)
in the limit that the field strength goes to zero (yp = y) and there are no collisions
(y = ¥2/2). The absorption coefficient associated with the field amplitude, rather
than the field power, would be «(8, (S))/2.

Figure 4.3 shows « as a function of § [see equation (4.22)]. The curve is a
Lorentzian with full width at half maximum (FWHM) equal to 2yg. With increasing
field strength, yp increases, and absorption occurs for a larger range of §. This
phenomenon is referred to as power broadening, and yp is the power-broadened
decay rate. The maximum absorption coefficient at line center, @ = ag (y2¥/2v5),
decreases with increasing field power. Qualitatively similar behavior results from
pressure broadening. The line profile broadens, and the maximum absorption
coefficient decreases with increasing I'/y,. In both cases, the increased line width
and decreased maximum absorption coefficient result from the increased relaxation
of off-diagonal matrix elements produced either by the strong fields or collisions.

The maximum absorption coefficient is realized in weak fields (yp ~ y), on
resonance (8§ = 0), and with no collisions (y = y,/2). In that case,

AN wo ()], 4712/\/600 e*|x12)?

0.0) = ap = -
o ) = chegyr 47 chegyr
2
_ grapg @0l (4.25)
V2
where
2
1
aps = — (4.26)

4mwepghc 137

is the fine structure constant.
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We show in chapter 16 that

4 wd
V2= §“F5|x12|27§’ (4.27)
c
and therefore,
38w 3 ) -
Qg = ZQN’ = EN)»O = 67 AN, (4.28)
where
ko = wo/c = 27 /ho = 1/k. (4.29)
The resonance absorption cross section o = oy/N is of order ):(2). For Ao =
628 nm, Ao = 100 nm, giving rise to an absorption coefficient
oo =[67 x 107N (m3)]m™" =[67 x 107°N (cm~3)]em™ . (4.30)

For N = 10'% atoms/cm?, ap ~ 20 cm~!. Thus, under these conditions of maximum
absorption, a substantial part of the field’s energy is lost in a distance of 0.5 mm.

We now return to equation (4.21) to see how the Poynting vector dimin-
ishes in the medium. If y5 ~ y (weak field-linear absorption), the solution of
equation (4.21) is

(S(L)) = (S(0)ye~ >k, (4.31)
where
2
«(8,0) = aoé’—;yz’; o (4.32)

In strong fields, we must express yp in terms of (S) [equation (4.24)]. We can still
integrate equation (4.21), which we write in the form

vi + 82 d(S(2))
vy (S(2)
Using equation (4.24), we find

— —ayP2dz. (4.33)
2y

<S(Z))(/‘«x)%2:| 2
+6 »

2 2
d(S(2)) Y {1—'— ch?egy s

S(2) 2 = —aogdz, (4.34)
or
d(S(2)) 2(S(Z)) ()t ¥ v v?
(S(2)) ey (248 | T 2y yrt sl (#:39)
After integration, we obtain
(S(L)) v$(0) (S(L)) y: n v
(S(0) +[ y? _1} {<S<0>> _1} v e
where
2 2
y2(0) = [1 n 4|x(0)] } _,2 [1 N 2(8(0)) (1)1, (4.37)
Y2 ch?epyy2

This equation can be solved numerically for (S(L))/(S(0)).
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Recall that the absorption rate is proportional to ¢;,(Z). As long as the strong
field condition (4.12) is valid, the excited-state population g25(Z) is approximately
equal to 1/2—the absorption saturates, and the scattering rate is at its maximum.
On the other hand, from equation (4.22), it is clear that the absorption coefficient
a(8, (S(Z))) decreases with increasing field strength. Thus, although the scattering
rate and total field absorption are at a maximum, the relative decrease in field
intensity in the medium actually diminishes in strong fields at line center, owing
to saturation and power broadening. The medium is said to be bleached.

Speaking of power broadening, it is not so obvious why the application of a
classical monochromatic field should broaden the absorption profile. In fact, you
will see shortly that if we probe a coupled transition, there is a splitting rather than
a broadening of the spectral profiles. Power broadening is linked to the decay rate
of the dipole coherence ¢12(Z). The strong driving field results in an increase in the
decay rate of 912(Z) and a corresponding broadening of the absorption profile. Note
that

—ix*(Z)[022(Z) — 011(Z)]
y —1i6
ix"(2)1=200(2)] ix*(Z)y*+8*

= = . 4.38
y —1i8 y —i8 yi + 682 ( )

012(2) =

As long as inequality (4.12) holds, the coherence ¢12(Z) ~ 0. In strong fields,
the population is equilibrated between the levels, but the coherence goes to zero,
since scattering (and collisions) destroy the phase relation between the ground- and
excited-state probability amplitudes created by the external field.

4.3 Simple Inclusion of Atomic Motion

There is no escaping the fact that atoms in a vapor are in motion. How does this
motion modify the way in which the atoms interact with incident fields? One simple
modification is that atoms see a Doppler-shifted frequency for each field. Moreover,
if the field amplitudes are a function of position (as in a standing-wave optical field),
atoms can see different field amplitudes in their lifetime as they move about. Last,
the recoil momentum an atom acquires in absorbing, emitting, or scattering light
might be comparable to an atom’s average momentum—in this case, the center-
of-mass motion must be treated quantum-mechanically. All this makes calculations
involving atomic motion difficult, the degree of difficulty depending on the specific
problem. For the present, we consider only a classical treatment of the center-
of-mass motion, assuming that the momentum of the atom is much greater that
the photon momentum. This is usually a very good approximation for all but the
very coldest atoms (atoms that are laser-cooled to or below microdegree Kelvin
temperatures).

If there is only a single, constant-amplitude field present, it is possible to take into
account atomic motion in a simple manner. In the atomic rest frame, the atom sees
a Doppler-shifted frequency

n-v

a)—>w(1—7):a)—k-v, (4.39)
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where k = kn is the field propagation vector. As a result, atomic motion can be
accounted for by the replacement

S=wy—w—8v)=8+ k-v. (4.40)

In this approximation, equation (4.22) for the absorption coefficient is

replaced by
2
o = g (3’2> /dVMZ’ (4.41)
2y vE+ (8 +k-v)

where Wj(v) is the velocity distribution of the atoms. In other words, the absorption
coefficient is a weighted average of the absorption coefficients associated with each
velocity subclass of atoms in the medium. Let us take Wp(v) to be the Gaussian

1 -y

Wo(v) = Wé’ s

(4.42)

where u is the most probable speed of the atoms. Then the absorption coefficient
takes the form

2 —v?/u?
V2 Y e
a=a ([ 22) Y [fav—° (4.43)
’ (27/> <nu2)3/2/ vE+ (8 +k-v)
Taking v, along k, we obtain
2y . (v 8

—a 2l (YE 2 4.44
¢ aOZyé (/eu’ku)’ (4.44)

where the absorption profile is given by

S 2 S —v2/u?
1 <yB, ) = Vb / dvz%
ku’ ku VT J oo Ty 4 (8 + kuy)

_ b /°° de et , (4.45)
Ve L s ey

with & = v,/u. In what follows, we neglect power broadening and set yg = y.

The integral is the convolution of a Gaussian with a Lorentzian (referred to
as a Voigt profile [1]). This reflects the fact that the absorption coefficient for a
single velocity subclass v, of atoms is a Lorentzian having FWHM equal to 2y
that is centered at the Doppler-shifted frequency § = —kv, = —ku&, and the
total absorption profile is a sum of these individual Lorentzians, weighted with
the Doppler distribution of atomic velocities. The width y is referred to as a
homogeneous width since it is the same for all atoms and gives a fundamental
limitation to the frequency resolution that can be obtained—without collisions and
in weak fields, the minimum width in equation (4.45) is 2y = y».

In the limit that ku > y, |§], the Lorentzian in equation (4.45) is a much narrower
function of & than the Gaussian and is nonzero only near § = —§/ ku (see figure 4.4);
therefore, we can evaluate the Gaussian at § = —§/ ku and obtain

y 8\ v* 2 % 1 _JEy 2
I(wm)“ﬁkzuze“/oodf(g)2+(,g+g)2— ¢ 07 (446)
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Figure 4.4. For atoms having & = kuv, = —§/ku, the absorption profile is the Lorentzian

shown on the graph. The absorption profile for the vapor is obtained by summing these
absorption profiles using the Gaussian weighting function, also shown on the graph.

One can view this result as consequence of taking the lead term in an expansion of
the Gaussian ¢~*" in the integrand about & = —3/ ku. Unfortunately, if one tries to
take the next term to get a correction, that term diverges, since the integrand varies
as 1/& for large &.

The factor y/ku in equation (4.46) is a reflection of the fact that only a fraction
of the velocity distribution is excited for a given §—namely, those atoms having
kv +38| < y that are Doppler-shifted into resonance with the field. The line
profile (4.46), considered as a function of §/ku, is a Gaussian having FWHM of
order 1.67 > v/ ku, (figure 4.5). Owing to the different velocity groups, there is an
inhomogeneous broadening of the line—that is, different velocity atoms are brought
into resonance with the applied field as § is varied. This contrasts with homogeneous
broadening, where all the atoms interact identically with the applied field. In a
thermal vapor for an optical transition, k &~ 10°cm™!, u &~ § x 10*cm/s, and ku ~
5 x 10% s71, leading to ku/27w ~ 1 GHz, whereas for a typical transition (assuming
negligible collision and power broadening), y /27 ~ 5 to 50 MHz, implying that
ku/y = 2ku/y, > 1. In other words, Doppler broadening dominates the spectral
width in the conventional spectroscopy of a thermal vapor if collision broadening
is unimportant. As a result, the resolution in conventional linear spectroscopy of
thermal atomic vapors is limited by the Doppler width.

The Doppler width is not a fundamental limiting width in resolving the transition
frequency—only a practical one in the conventional spectroscopy of vapors (or solids
with a distribution of frequencies). The Doppler width can be eliminated by using
an atomic beam with k L v (at a cost of reduced atomic density), by methods of
nonlinear spectroscopy, or by cooling the atoms so that the Doppler width is
reduced.

Collision broadening rates, I'/27, are typically 10 to 50 MHz/Torr of perturber
gas pressure. At several hundred Torr, y ~ I' > ku. In that case, the Lorentzian
is much broader than the Gaussian [equation (4.45)], and one can evaluate the
Lorentzian at the peak of the Gaussian, & = 0, to obtain

b) r? 1 © 2 r?
I (”, ) ~ / T (4.47)
ku’ ku Tk u? (%)2 + (157,)2 o 2452
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Figure 4.5. Absorption line shape in the limit that ku« > y.

Now all the atoms are used, since the homogeneous width T is larger than the
Doppler width ku. We recover the Lorentzian line shape associated with homo-
geneous broadening. The limiting resolution is now determined by the collisional
relaxation rate, since I > ku.

For arbitrary values of yp/ku and §/ku, the integral (4.45) can be evaluated in
terms of the complex error function. If

2=208/ku-+iyp/ku=x+1iy, (4.48)
then
I(z) = I(y,
(2) = I(y,x f/ T P
_§2< 1 1 )
e — :
E+x+iy E+x—iy
yf 3)+ec, (4.49)
where
i o e’EZ .
w(Z)Z*/ dés——, with Im(z) > 0. (4.50)
TJ o &E§

The function w(z) is sometimes known as the plasma dispersion function and can
be expressed in terms of the error function as [2]

w(z) = e [1 — d(—iz)], (4.51)

where the error function is defined by
_ 2 /z dege ' (4.52)
Vv Jo ' '

Properties of w(z) are given in [2]; the function can usually be evaluated easily using
standard computer programs such as Mathematica, Maple, or Matlab.



DENSITY MATRIX APPLICATIONS = 95
4.4 Rate Equations

In condensed matter and chemical physics, one often encounters rate equations that
involve populations of quantum states only. Coherence (off-diagonal density matrix
elements) does not appear, and populations approach their steady-state values
monotonically. You might ask how this is possible with all the Rabi oscillations
we have been talking about.

To arrive at rate equations for state populations, one formally integrates the
equation for 912(t), equation (4.9¢), to obtain

t
812(t) = 812(0)e” V=" — i/ dt' e ==y 2 (1) [05 () — 011 ()] . (4.53)
0
If x*(t)[022(2) — 011(2)] is slowly varying on a timescale |y — i6|~! we can integrate

the second term by parts, as in the Bloch-Siegert problem. Keeping only the leading
term, we find

~i XD o) — en ). (4.54)
y —1d

The first term is either small or rapidly varying compared with the second if the
approximation we used is valid. Neglecting the first term, we obtain

- Xt
012() ~ —i X (.)
y —1id

[022(t) — 011(2)] . (4.55)

That is, the coherence adiabatically follows the product of the field amplitude
and population difference. The coherence goes to zero in strong fields since the
population difference goes to zero as |x(t)]~2 in this limit. Using equation (4.55)
and its complex conjugate in equation (4.9a), (4.9b), we find

011 = —ix*(£)021(t) + 1 x(2)012(¢) + y2022(2)

2 2
= m [022(¢) — 011(2)] + y2022(2), (4.56a)
022 = 1x"(t)021(t) — i x(t)012(t) — v2022(t)
2 2
= - m [022(t) — 011(t)] — v2022(%), (4.56b)
or

o011 = I'g(?) [022(8) — 011(2)] + y2022(), (4.57a)
022 = — T'f(t) [022() — 011(t)] = y2022(1), (4.57b)

where

2 2

I (t) = m (4.58)

is the rate at which the field drives the transitions. Equations (4.57a) and (4.57b) are
the rate equations for the populations. Often such equations are used even if they
are not fully justified.
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What are the validity conditions for the rate equations? Note that the populations
approach their steady-state values monotonically. In the Bloch equations, this occurs
if the Bloch vector does not undergo a full revolution before it decays to its steady-
state value. In other words, the rate equations are valid if y > Q. This is a sufficient,
but not necessary, condition. Even if > y, the rate equations yield approximate
solutions, provided the condition for adiabatic following [0(z) < €(z)] is satisfied. In
this limit, there are many oscillations, but they have small amplitude, and the Bloch
vector adiabatically follows the pseudofield vector as it approaches its steady-state
values.

As the system approaches equilibrium, all density matrix elements vary slowly in
time, and the rate equations become exact. This fact can be used to gain some insight
into power broadening. We solve for 0,5(¢) formally using equation (4.9b) to obtain

022(t) = 022(0)e™ ™ +/0 dt'e iy (') [ox (') — 012()] . (4.59)

where, for simplicity, we assume that x(¢) is real. Near equilibrium, and with
022(0) =0,

02lt) ~ £ o) - onsf]. (4.60)
Therefore,
bualt) = —(y — i8)31alt) — i ()20 (t) — 1]
=ty 90300 - a0+ 2 pie. a6)
Y2 V2

As such, we find that, near equilibrium, the first and second components of the Bloch
vector evolve as

u(t) = —yu(t) — Sv(t), (4.62a)
v(t) = — [V + ‘H);(;)F] v(2) + du(t) + 2x(t)
= —J;év(t) + Su(t) + 2x(t), (4.62b)
while
022(t) = —y2022(t) + x0(2). (4.63)

In steady state, these equations reproduce equations (4.11). However, when written
in this form, the equations support the idea that power broadening is associated with
a power-dependent increase in the decay rate of the out-of-phase component of the
atomic response—that is, an increase in the decay rate of v(z).

4.5 Summary

We have started to look at applications involving the density matrix. The macro-
scopic density matrix for an ensemble of atoms was defined in terms of the single
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particle density matrix, allowing us to draw on the results of chapter 3. Using
relatively simple arguments, we were able to derive an expression for the absorption
coefficient for an ensemble of stationary atoms. Moreover, we were able to extend
the results to allow for atomic motion by a simple inclusion of the Doppler shift
of the field frequency, as seen in the rest frame of an atom. Last, we discussed
the validity conditions of rate approximations. In the next chapter, we refine our
treatment of atomic motion, allowing us to consider cases where there is a spatial
variation of the field amplitude. Such spatial variation of the field is of critical
importance in atom optics, where the applied fields influence the atomic motion.

Problems

1. Imagine a vapor of two-level atoms having density 3 x 10°atoms/cm?
contained in a cylindrical volume with cross-sectional area A = 1cm? and
length 10 cm. Neglect collisions, and assume that the excited-state decay rate
is y»/27 = 10 MHz. A monochromatic field is incident on the vapor with
propagation vector along the axis of the cylinder. The field is resonant with
the atomic transition, and the transition wavelength is 600 nm. Calculate and
plot the maximum rate at which energy can be lost from the field at the entry
plane as a function of Rabi frequency as x /27 is varied from 1 to 100 MHz.

2. For the parameters of problem 1, use equation (4.36) to calculate and plot
(S(L))/(S(0)) as a function of L for x /27 = 0.1, 1, 10, and 100 MHz. Show
that when y3(Z = 0)/y*> ~ 1, the dependence is exponential, but when
¥3(0)/y? > 1, the dependence is linear at first and then exponential. Calculate
the slope of the linear part. Explain why the dependence is linear at first when
y2(0)/y* > 1.

3. Numerically solve the density matrix equations and plot p2,(¢) and |912(2)] for
0<t<10for

a. y=wy/2=1, x=0.1, §=0.2
b. y=w»n/2=1, x=4, §=0.2
c. y=m/2=1, x =4, §=>50.

Take 025(0) = 0 as the initial condition. In which cases is the rate equation
approximation valid? Explain.

4. Numerically solve the density matrix equations and plot 02>(¢) and |312(¢)| for
0<t<30fory=p/2=1, x =4(1—e"*)* and § = 50. Take 05,(0) =0
as the initial condition. Compare the result with problem 3c, and explain why
the rate equation approximation is approximately valid here, whereas it was
not valid in problem 3c.

5. Consider the density matrix equations for the two-level problem as a function
of time for y, = 0, § = 0, x = real constant, and 0,,(0) = 0. Show that
the steady-state values are 02 = 011 = 1/2, 012 = 0, but that these values
are reached very slowly (¢ > 1/y) when x « y. The fact that there is no
absorption in steady state is consistent with the scattering interpretation of
“absorption,” since no scattering occurs in this model.
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Problems 6 to 10 refer to the function

: z
wiz=x+iy)=e* (1 + j:?/ etzdt)
0

e dt
— , 0.
/oo ekt V7

. Prove that the two forms for w(z) are equivalent.
7. Prove that w(z) satisfies the differential equation

w'(2) = =2zw(z) + 2i//7 .

[}

8. Prove that for y <« 1,

w(z) ~e ™ (1-— 2ixy) <1 + 7/ tldt>

9. Prove that for |z] > 1,
i 1
1+— ).
Nz < * 2z2)

10. Plot I(z = x + iy) = y/mTRew(z) as a function of x for y = 0.1, 1, and 10 to
see the transition from a Gaussian to Lorentzian profile.

11. The force on an atom in a radiation field is equal to F = (V (i -E)). Express this
result in terms of density matrix elements for two-level atoms interacting with
a linearly polarized monochromatic field. For a traveling-wave field, calculate
the time-averaged force F as a function of detuning for fields of arbitrary
intensity. Interpret your result. How can this effect be used to slow down an
atomic beam?

w(zg) ~
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Density Matrix Equations:

Atomic Center-of-Mass Motion, Elementary Atom
Optics, and Laser Cooling

5.1 Introduction

In the previous chapter, we included the effects of atomic motion for the specific
case of atoms interacting with a single plane-wave field. Moreover, it was assumed
that effects related to quantization of the atomic center-of-mass motion could be
neglected. In this chapter, we retain, for the most part, a classical description of the
center-of-mass motion but provide a general framework that will allow us to deal
with more complicated atom—field geometries. In particular, we calculate the force
on an atom in a standing-wave optical field. To do so, we need a better treatment of
atomic motion.

The appendix in this chapter contains a rigorous derivation of the density matrix
equations, including a quantized description of the center-of-mass motion, as well
as a method for taking a classical limit of these equations in which the atomic
position and momentum (or velocity) operators are replaced by classical variables.
One can arrive at the same equations by generalizing the results of the previous
chapter using a simple heuristic argument. For a moving atom, one can consider
the time derivative in the Schrodinger equation as a total time derivative. Thus,
in taking douw (R;, t)/dt for an atom having classical position R; and velocity
v, = dR;/dt, one sets

ana’(Riv t)/dt = 8Qaa’(Riv t)/at + VR;QO(O(’(Riv t) : th/dt

= 00aa'(Ri, 1)/0t + Vi - VR Qua (Ri, ). (5.1)
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For a single optical field interacting with an ensemble of two-level atoms,
equations (4.1) become

do11(R, v, t . - . -
% +v-Voui(R, v, t) = —ix*(R, )221(R, v, t) + i x (R,£)012(R, v, #)
+12022(R, v, £), (5.2a)
0 R,v, ¢t . ~ ) :
% +v-VouR,v,t) =ix* (R, 1)021(R, v, t) —ix (R, £)012(R, v, t)
—12022(R, v, 1), (5.2b)
d012(R, v, t _ .
2l Y1)y VonR v, 1) = ~ix' R ) lonR.v, 1)~ on(R, v, )
—(y —1id)e1n(R, v, 1), (5.2¢)
0021 (R, v, t - )
% +v- VQZI(Ra v, t) — lx(}{7 t) [sz(l{7 v, t) —on (R, v, l')]
—(y +i8)021(R, v, 1), (5.2d)
where
(é : I"’Zl)EO(Ra t)
Rt)=—— " — "7 5.3
X(R.2) = (5.3)
and
1 z —iwt
ER,t) = EGEQ(R, t)e + c.c. (5.4)

Recall that ¢;;(R,v,t) is a dimensionless, single-atom density matrix element.
Equations (5.2) are the basic equations for atom-field interactions involving
two-level atoms interacting with a quasi-monochromatic optical field. The total
population

o11(R, v, t) +0n(R,v, ) =1 (5.5)

is conserved, since the effects of velocity-changing collisions are neglected.

5.2 Atom in a Single Plane-Wave Field
For an external field of the form
1 .
ER, t) = 5€Eoe’(k'R’“’” +c.c., (5.6)

with € - k = 0, we set x (R, t) = xe'*® in equations (5.2), with

(€ -my1)Eo

o (5.7)

xX=-
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If we assume a solution to equations (5.2) of the form

012(R, v, t) = g1a(v, t)e ™7, (5.8a)
021(R, v, 2) = 81(v, 1)e’™ ¥, (5.8b)
o11(R, v, ) = 011(v, 1), (5.8¢)
Q22(Rv v, t) = QZZ(Vv t)v (58(1)
we find evolution equations
] b s .
% = —ix"021(v, t) +ix012(V, ) + y2011(v, 1), (5.9a)
el b —_ .
% =ix 021(v,2) —ix012(v, t) — y2022(V, 1), (5.9b)
a0 Jt . . -
002 _ iy lon(v, 1) oty 1]~ by — 6 + k- V)lanalv. 1)
(5.9¢)
00 ,t . . 5
2D i lontv, 1)~ on(v, 11~ [y +i(6 + k- vlon(v, ).
(5.9d)

As stated in chapter 4, the net effect is to replace the detuning § by §(v) =8 + k- v.

5.3 Force on an Atom

When a radiation field interacts with atoms, it can exert forces on the atoms. Forces
of this nature are responsible for laser cooling, confinement in optical lattices, and
the deflection of atoms. There are times when the atomic center-of-mass motion
can be treated classically (as in this chapter) and times when the motion must be
quantized. In chapter 11, we explore these regimes in more detail. The manipulation
of atomic motion by optical fields or microfabricated gratings belongs to the general
field of atom optics. As an elementary application of atom optics, we consider now
the force on an atom produced by an optical field.

The atom-field interaction energy is —ji - E, so the force on an atom located at
position R having velocity v at time # is

F(R,v,t) = (V(i-E)) = Tr[a(R, v, )V(i - E)]. (5.10)

Forces can arise because there is a gradient in the field amplitude or as a result of
scattering of the incident field by the atoms into unoccupied vacuum field modes. Let
us consider three cases: a plane wave, a focused plane wave, and a standing-wave
field. In all cases, we take

1 .
ER,¢t) = EEO(R)e"’”t +c.c., (5.11)

and

012(R, v, 1) = 012(R, v)e'”. (5.12)
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As a consequence, the force may be written as

FR,v) =Tr{oR,v,#)V [ - E(R, ?)]}
= o012(R, v, 1)V [u21-E(R, #)] + c.c.

1
~ 50R. V)V [Har EoR)] + c.c., (5.13)

where rapidly varying terms—that is, terms varying as exp[+2iw¢]—have been
neglected.

5.3.1 Plane Wave

For a plane wave
Eo(R) = éEge’* R, (5.14)

with € - k = 0, the force is given by

1 .
F(v) = 5812(R, v)(21 - €Eg)ike™ ™ +c.c.
itk B1a(v) + cc. = hky, ix*021(v) —ix012(v) ’
V2

(5.15)

where x = —p21 - €Eo/(2h) and 312(R, v) = 312(v)e ¥R, In steady state, the term in
brackets is just equal to 022(v) [see equation (5.9b)]; therefore,

E(v) = hkyz02:(v). (5.16)

This is just what you might have expected. Every time a photon is scattered by an
atom, on average, the atom picks up fk of momentum from the field, since the
scattered dipole radiation has zero average momentum [1]. The scattering rate is
just y,022(v). Note that it is incorrect to say that the atom absorbs radiation at one
frequency and then re-emits via spontaneous emission at another frequency. The
correct interpretation is in terms of a scattering process in which the incident field is
scattered into modes of the vacuum field that were unoccupied.
The steady-state excited-state population is

20x 1%y 1

. 5.17
v yE+(8+k-v)? (5-17)

022(v) =

As a result, the maximum force occurs for atoms having velocity v satisfying
k-v=-6.For§ = wy—w < 0 (blue detuning), the maximum force occurs for v and
k parallel and is in the direction of motion (acceleration), while for § = wp — w > 0
(red detuning), the maximum force occurs for v and k antiparallel and opposes the
motion (deceleration) (see figure 5.1). This technique for slowing and cooling atoms
was proposed originally by Hansch and Schawlow in 1975 [2].



DENSITY MATRIX WITH ATOMIC MOTION = 103

F, (arb. units)
6>0 6 <0
-5 0 5 kvZ

Figure 5.1. Dissipative force experienced by an atom in a plane-wave field. For positive
(negative) detuning, the field decelerates (accelerates) the atom.

5.3.2 Focused Plane Wave: Atom Trapping

In the previous example, the net force arose from a dissipative process—radiation
was scattered irreversibly into modes of the vacuum field. If instead we let the
atoms interact with a field having a spatial intensity gradient, both conservative and
nonconservative forces can be experienced by the atoms. To illustrate this point,
we assume that the laser field has a Gaussian spatial profile and take E¢(R) =
€ Eo(Rr)e't%, where

Rr=Xi+Yj (5.18)
is the cylindrical position vector, k - € ~ 0, and
Eo(Ry) = Ege Ri/e (5.19)

with Ej a real constant. This field does not satisfy Maxwell’s equations, but if a
is much greater than A = 27/k (allowing one to neglect diffraction of the field), it
represents an approximate solution.

Since

dEo(Rr) .

V (121 - Eo(R)] = po1 - €™ |ikiEo(Ry) + kT (5.20)

where 7 = R/ |R7| is a unit vector, it follows from equation (5.13) that the force
is given by

ikzaEO(RT)A

o i vy 1
F(R,V)=—thZX(RT)Q1z(R,V)€’kZ+Elbzl-Gle(R,V)e R frtec, (5.21)
T

where
Xx(Rr) = —(€ - my1) Eo(R7)/(2R). (5.22)

It is not so easy to solve equations (5.2) for 912(R, v), since the field is a function
of the cylindrical coordinate Rr. Still, the terms in equation (5.21) have an obvious
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meaning. The first term is associated with scattering of radiation from the incident
field into unoccupied modes of the vacuum field, as in section 5.3.1. The second term
is a gradient force term that arises from spatial variations in the envelope of the field.
The origin of the gradient force can be associated with an exchange of momentum
between the different modes (directions) of the incident field—it is a conservative
force, in contrast to the dissipative force arising from scattering into new vacuum
field modes.

In the large detuning limit, |§| >> ku, where u is the most probable atomic speed,
the Doppler shift is unimportant, and we can solve equation (5.2¢) for 91, in steady
state, neglecting the v - V term that gives rise to the Doppler shift. If, in addition,
|8] > yB, we can neglect the 075 term in equation (5.2¢) as well, and obtain

012(Z, Ry) ~ix* (Ry)e " (y —i8) /82, (5.23)

where we have used the fact that x(R,#) = x(Rr)e’*%. It then follows from
equations (5.21) and (5.23) that

2hky|x (Rr) |*2 12hlx (Rr) > aEo(RT)f
52 5 Eo(Rr) oRp U
= Fdis(RT) + Fgrad(RT)s (524)

F(Rr) =

where the first term ~ 3§72 is the dissipative term, and the second one is the gradient
term. For large detunings, the gradient force dominates the dissipative force.
From equation (5.19), we calculate

1 9Eo(Rr) 2Ry
Eo(Rr) 9Rr a2’

(5.25)

and

hlx (Rr) > Rr

Fgrad(RTa V) —4 s 612 T-

(5.26)
For § > 0 (red detuning), atoms are drawn into the focus. For § < 0 (blue detuning),
atoms are pushed out from the focus. This gradient force is the basis of a far off-
resonance optical trap (FORT) [3].

The gradient force (5.26) can be understood as arising from the Stark-shifted
energy of the ground state resulting from the field. The ground-state probability
amplitudes evolve as

¢1(Rr, t) = —ix*(Rr, t)e " ca(Rr., 1), (5.27a)
&(Rr. 1) = —ix(Rr, 1)’ ci(Rr, 1), (5.27b)

where we have allowed for a time dependence in the Rabi frequencies as the field is
turned on. If we imagine that the field is turned on slowly in a time compared with
871, then

X (Rr, t)e'

3 c1(Rr,t),  (5.28)

2 (R, 1) = —l/ dt'x(R ¢ ci(Rp, 1) ~ —
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which, when substituted into (5.27a), yields

_hlx(Re, 1)
)
Once the Rabi frequency has been ramped up to its final value x(Rr), the ground-

state energy is shifted by an amount —A|x(Rr)|?/8. The force, evaluated as the
negative gradient of this energy shift, agrees with equation (5.26).

ih¢i(Rr, t) &~ c1(Rr, ). (5.29)

5.3.3 Standing-Wave Field: Laser Cooling

We have seen that atoms can be accelerated or slowed by a plane-wave field,
depending on their direction relative to the field propagation vector and the atom-
field detuning. By combining two plane-wave fields in opposite directions (standing-
wave field), it is possible to produce slowing along the axis of the propagation vector,
regardless of the atom’s direction. For a standing-wave optical field, we take!

Eo(R) = 2EoxcoskZ, (5.30)
such that
V [p21-Eo(R)] = —2kZ (21 - X) Eg sin kZ = 2hkzy, sinkZ, (5.31)
where
Xxs = — (M21 - X) Eo/h. (5.32)
As a consequence, the force given by equation (5.13) is
F(Zv;) = hkzsinkZ [xs012(Z,v;) + xS 021(Z,v2)]. (5.33)

Again, it is not a simple matter to calculate ¢12(Z, v,) for moving atoms. In effect,
an atom moving with velocity v, sees two fields in its rest frame, having frequencies
w=kv,. Since the atom acts as a nonlinear device, all harmonics of the beat frequency
2kv, between these fields appear in the atomic response.

For large detunings [§ > ygp, ku|, however, the field frequency for all the atoms
in their rest frames is approximately the same, regardless of their velocity, and the
excited-state population is much less than unity. In the same way we arrived at
equation (5.23), we substitute x (R, #) = xs cos kZ into equation (5.2¢) and find the
approximate solution

012(Z,v;) =~ — (x7/8) cos kZ. (5.34)
From equation (5.33), we calculate the force as
F(Z) = =2k (1x5|*/8) sinkZcos kZ = —hki (|x5|*/8) sin(2kZ) . (5.35)

This is a gradient force that arises from the standing-wave nature of the field.
Its origin can be traced to scattering from one traveling wave component of the

1 The factor of 2 is introduced for consistency with the notation of subsequent chapters, where a
standing-wave field is composed of two traveling-wave fields, each having amplitude E.
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Figure 5.2. Focusing of Cr atoms using a standing-wave laser field. (We would like to thank
Jabez McClelland for providing us with a copy of this figure.)

standing-wave field into the other. The dissipative contribution to the force has not
been included in equation (5.35).

Alternatively, the force can be interpreted in terms of a spatially modulated energy
shift. Equation (5.29) remains valid if |x (Rr, )|* is replaced by |xs|* cos?(kZ); as a
consequence, the ground-state light shift becomes

hlxsl

AE = cos*(kZ), (5.36)

which implies that the force is

F(Z) = —V(AE) = —2hkz (Ixs1?/8) sin kZcos kZ = —hkz (| xs|*/8) sin(2k2),
(5.37)
in agreement with equation (5.35). Standing-wave fields can be used to focus atoms,
since each lobe of the field acts as a lens (see figure 5.2). We look at this process in
detail in chapter 11.
As |8] is reduced, the dissipative force begins to play a role. In steady state, one
must solve the density matrix equations

Uz% = —icoskZ [x}021(Z,v:) — xs012(Z.v2)]

+12011(Z,vy), (5.38a)
Uz% =icoskZ [x}021(Z,v.) — x:012(Z,v,)]

—12022(Z,v;), (5.38b)
o POLY) s coskZlon( Zve) ~ ol Zove)

—(y —i8)012(Z,vy), (5.38¢)
UZ% =iyscoskZ[0n(Z,v,) — 011(Z,v,)]

—(y +1i8)021(Z,vy). (5.38d)
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These equations cannot be solved analytically, but they can be solved in terms of
continued fractions. For the present, let us assume that a lowest order perturbation
solution (to order x,) is sufficient. To zeroth order in x, Q(lol)(Z, v;) = 1, and all
other density matrix elements equal zero. In first order, we set

0 (Zv:) = [oh,(v)e™ + By (vo)e 7] . (5.39)

Substituting the trial solution, equation (5.39), into equation (5.38c), with
[022(Z,v;) — 011(Z,v,)] set equal to —1, we obtain

v,0012(Z,v;)

57 = ikv,0},(v,)e™* — ikv.07, (v,)e*
= —(y —i8) [8,(v)e" + b7, (ve)e ]
+ixcoskZ. (5.40)
Equating coefficients of e*'*%, we find
1 iy
5h () = ~— K 5.41
00w = 30~k (5.41a)
1 iy
01 = - 5.41b
and
Lk ikZ —ikZ
. ix e e
Z,) = =2 - - . 5.42
012(Zv2) 2 [y—z(é—kvz)—i_y—z((S—}—kvz)} ( )
Last, for the force (5.33), we obtain
F(Z, v,) = hkiys sin kZp12(Z,v,) + c.c. (5.43a)
1 1 1
= —Tikz | x|* — .C.
s {[ y — (5 + kvs) y—z’(a—kvz)} +CC}
1 P2k o2ikZ
BET ZH , - }+}
4 1%l y —i(6 —kv,) y —1i(6+ kuv,) «¢
(5.43b)

In the limit of large §, the first line in equation (5.43b) is small and the second gives
the gradient force, equation (5.37).

If we ask for the spatially averaged force, F(v,) = (F(Z, v,)) ,, then the second line
in equation (5.43b) vanishes, and the first gives

 hkyz x| 1 1

B 2 I+ (84+kv)2  y2 (8 —kv)? |
This force is plotted in figure 5.3 as a function kv, for § > 0. Since the force is
positive for v, < 0 and negative for v, > 0, the force always tends to decrease

the magnitude of the velocity: it is a friction force. Near kv, = 0 (that is, for
kv, <, 181)

F(v.)

(5.44)

2Ry (xS

F(Uz) = ()/2 + 82)2

(5.45)
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F, (arb. units)

kv,

Figure 5.3. Force on an atom in a standing-wave optical field with positive 8. Since the force
always opposes the motion, it is a friction force.

A vapor can be optically cooled if three, mutually perpendicular standing-wave
fields are applied. In that case, the spatially averaged force is

E(v) = =Byv, (5.46)
where the friction coefficient B is given by
2hk%y |xs1
= —— 5.47
(y2 1 82)2 ( )
The rate at which the energy £ of atoms having velocity v is decreased is equal to
d
ES:F-V:—&f& (5.48)
where £ = 1 Mv? and
4Ry |xsI* 8 2
_ ARy xS _ 2Br (5.49)

M(y*+38) M

The maximum friction force occurs when § = y/+/3.

The cooling does not go on forever. As a result of scattering into unoccupied
vacuum modes, the atom gets random kicks that heat the vapor. To properly
calculate the diffusion, we must quantize the center-of-mass motion. We can get
a rough estimate of the diffusion by assuming that the atoms get a momentum kick
equal to hk and acquire (7k)?/2M of energy per kick so that the spatially averaged
heating rate is

d
dt2M

h2k?
~ ﬁh(é?zz(vz))z- (5.50)

heating

In perturbation theory, the spatially averaged excited-state population {025(v,))z is
given by

xsPPy 1 1

enllz="5, [yl STy nn ez ey on ) R
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which can be obtained by substituting equation (5.42) into equation (5.38b) and
solving for 02,(Z,v,). For kv, < v, 18], and with y, = 2y, equation (5.51) reduces
to

|Xs1% /2
~ . 5.52
(022) 2 V2152 (5.52)
Therefore, one finds
de R2R? |xs)? 2D
@) e lxln 2D (5.53)
dt \pese 4AM y2+38 M
where D is the diffusion coefficient, and
d . 4Ry xS . RR xlP (5.54)
dt  M(y2?+82)2 4M y2 4 682° '
In steady state and for the optimal detuning, § = y, we find
h(y* +8) 1
£— ~ 2 = SkyT, 5.55
165y g —2°° (5:35)

where T is the equilibrium temperature, and kg is Boltzmann’s constant. A more
rigorous calculation includes fluctuations arising from the difference in the number
of photons scattered by atoms from each traveling wave component of the
standing-wave field—that is, contributions to diffusion from stimulated as well as
spontaneous processes. With the inclusion of such stimulated processes, the final
temperature increases to Tp = 7hy,/20kg, a result that is referred to as the Doppler
limit of laser cooling [4].> For Na, one estimates that Tp ~ 170 uK, which corres-
ponds to v &~ 25 cm/s, and kv = 2.7 x 10° s™! « 6.3 x 107 s~! = y,. When experi-
ments were done by Lett et al. [5] and Weiss ef al. [6] to test this prediction, they
found a lower temperature—for reasons we discuss later. For this discovery and
the explanation of the cooling, William Phillips, Steven Chu, and Claude Cohen-
Tannoudji shared the Nobel Prize in 1997.

5.4 Summary

In this chapter, we have seen how optical fields can be used to manipulate the center-
of-mass motion of atoms. We derived equations that properly account for atomic
motion and calculated the force on atoms produced by various field configurations.
For the most part, we have considered large detunings or cold atoms, where Doppler
shifts play a minimal role. We now return to a discussion of thermal vapors and see
how saturation spectroscopy can be used to eliminate the Doppler width in spectral
profiles. Before doing so, however, we take a slight detour and derive the so-called
Maxwell-Bloch equations.

2 The correct diffusion coefficient, D = (7h2k*/20)(1xs|*y2/(y2 + 8%)) can be obtained using the
formalism developed in the appendix in chapter 18. Many authors refer to kgT = hys/2, instead of
kg T = 7hy, /20, as the Doppler limit of laser cooling.
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5.5 Appendix: Quantization of the Center-of-Mass Motion

As we often tell our students, atoms have never heard about wave packets. Wave
packets are a construction of physicists. In other words, when we consider a vapor or
an ensemble of atoms, we usually have a very limited amount of information. There
is virtually no information about any individual atom’s center-of-mass motion;
rather, one has some general thermodynamical variables to describe the vapor.
One is then at liberty to choose any wave packets for the atoms’ center-of-mass
motion that are consistent with these thermodynamic properties, even if they have
no relation to what you might think would be a “reasonable” atomic wave packet.
For example, suppose that a thermal vapor is characterized by a uniform density
and a Maxwellian distribution of velocities. One can carry out calculations using
plane-wave center-of-mass states with a (diagonal) thermal momentum distribution
or using highly localized center-of-mass states, randomly distributed in space, in
which each atom has the entire thermal momentum distribution [7]. Although
neither of these descriptions seems physical, both models lead to the same results
when considering atom—field interactions, since they correspond to the same density
matrix for the atomic ensemble.

We now proceed to quantize the center-of-mass motion. Let R be the center-of-
mass coordinate and r a relative electronic coordinate. The Hamiltonian is assumed
to be of the form

. 2 .
T Ho(r) + V(r, R, 2), (5.56)

where P = —ihVy is the momentum conjugate to R. At this stage, all relaxation is
neglected. A multitude of representations can be used to label density matrix
elements. We consider four possible representations to characterize the center-of-
mass motion: coordinate, momentum, sum and difference, and Wigner (coordinate-
momentum) representations.

5.5.1 Coordinate Representation

If we expand the wave function as

U(r,R, t) = ZAtht//a() (5.57)

then the state amplitudes obey a Schrodinger-like equation

pOARY) R
N M

v ViA«(R, 1) + ; Voo (R, ) Ay (R, 2) + Eo Ay (R, 2),  (5.58)

where

Voo (R, 2) /dl‘lﬂ V(r, R, )y (r), (5.59)

and E, and v,(r) are eigenenergies and eigenfunctions of Ho(r). Density matrix
elements are defined by

0w (R R, 1) = Ay (R, 1) AL (R, 1). (5.60)
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Note that we must allow for nondiagonal values of the center-of-mass coordinates

as well as those of the internal states. It then follows directly from equation (5.58)
that

9040 (R, R, 2 ,

in?@ R (B, By (R R 1)

~(h*/2M)[V0aw (R, R', #) = Vi 0aw (R, R, 7)]

+ > [Vaw (R, )00 (R, R', )

o

_Qaa”(R’ R,v t)‘/o/’o/(R/v t)] (561)

This is a very complicated equation. In many problems, the atomic center-of-mass
motion can be treated classically. Imagine that the atom can be described by a wave
packet that is much larger than its average de Broglie wavelength A5 (to ensure no
spreading), but much smaller than other characteristic lengths in the problem. Then
we can take

Voo (R, ) & Voo ((R), ),

(5.62)
QO[,C(’(R3 R/v t) ~ Qa,a’((R)s <R/)1 t)v
where (R) is the average position of the wave packet.
The remaining terms in equation (5.61) are
VRQ&,&’(Ra R/, t) and VR’Qa,a’(Rs R/, t)- (563)
We can write
V®owe (R, R, £) = Vi [AO,(R, 1) A% (R, t)]
— 1 LP.R g% ’
= WVR/dPCDa(P, tlen" AL (R 1)
_(i/n) PR 45 o/
= W/dPPCDa(P, tler " A (R, 1),
(5.64)
where
o (P, t) = (27 h) /2 / dR e PR/hA (R, 1) (5.65)

is the wave function in momentum space. Since there is negligible spreading of the
wave packet, the momentum of the wave packet is fairly well defined about some
average value (P). Setting P = (P) + (P — (P)) and neglecting the contribution from
the (P — (P)) term, we obtain

I l /
VRant’(R7 R s t) ~ ﬁ(P)Qaa’(Rv R s t)' (566)
Similarly,

i
VR’QO(O('(Rv R’a t) ~ _ﬁa))Qaa’(R’ R/a t) (5‘67)
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Therefore, setting v = (P)/M and rewriting R = (R) as a classical variable, we can
use these results to transform equation (5.61) into

8Qaa’(Rv v, t)

Y +v- VQaa/(Ra v, t) = _iwaa’Qaa’(R’ v, t)

VR0, 0R v, O, (5.6

where wye = (Eq — Ey)/h, R and v are now classical variables giving the average
position and velocity of the center of mass of the atomic wave packet, and the last
term is the oo’ matrix element of the commutator. This is the basic equation we
use for applications. Although the density matrix element g, (R, R, #) has units of
m~3, we adopt a convention in which 04« (R, v, ) is dimensionless and corresponds
to a single-particle density matrix element.

5.5.2 Momentum Representation

Density matrix elements in the momentum representation are defined in terms of
the momentum state amplitude defined in equation (5.65). This amplitude obeys an
integro-differential Schrodinger equation,

ihd®y (P, 1)/t = (Eq + Ep)®g(P, 1)

+(2nh)*3/22/d1>/ Vow (P =P, 1)y (P, 1),

(5.69)
where
Vo P.) = @) [ dR e PR (R ) (5.70)
and
PZ
Ep=— 5.71
P= o (5.71)
is the center-of-mass energy.
Defining density matrix elements as
QO(O(’(P7 P/a t) = CD()((P’ t)cD:[’(P,? t)9 (5'72)

we find from equation (5.69) that these elements obey

ihd0g (P, P, 1)/0t = (Ey — Eg)0ue (P, P, t) + (Ep — Ep1)0ue (P, P, 2)

1
— AP [V (P —P", t)0gre (P, P, t
g 22 [ AV (P = g PP
00 (PP, 1) Vo (P P, 1] (5.73)

The momentum space representation is especially useful for considering the in-
teraction of one or more plane waves with atoms, since the these fields transfer
discrete momentum to the atoms. The density matrix element gq (P, P', ) has units
of (momentum)~3.
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5.5.3 Sum and Difference Representation

A useful representation for problems involving spontaneous emission is one in which
new variables

u=R-R, s=(R+R)/2 (5.74)
are defined such that density matrix elements
/ — u « (Y
Qb (5,0, 8) = Ay s+ > t) A (s > t) (5.75)

satisfy the equation of motion

il (s, u,1)/0t = (Ey — Eg)0ly (s, u, ) — (B2 /M)(Vs - V,)0. (s, 1, t)
+ (XZ [Vaa/r (s + g t) 0l (s,u,t)

0l (s, ) Vg <s - g t)} . (5.76)
The primes distinguish o, (s, u, #) from g4 (R, R, #). In a classical limit, u ~ 0 and
s ~ R. The density matrix element o/, (s, u, t) has units of m3.

5.5.4 Wigner Representation

In statistical mechanics, one defines a phase-space distribution that is a function
of position and momentum. Since the position and momentum operators do not
commute, it is impossible to define an analogous function in quantum mechanics. On
the other hand, it is possible in quantum mechanics to define a class of functions that
depend on position and momentum that, in certain limiting cases, may approximate
a classical phase space distribution. The Wigner distribution can be defined by

Oua (R, P, 2) = 27h) 3 / duo,, (R, u, t)e Pv/h (5.77a)
= (27h)? / dU0ge (R n g R— g t) e PR (5.77h)
= (27h)? / dqoue (P + %, P %, t) eRa/h, (5.77¢)

In this representation, R and P are parameters. Moreover, P is not the center-of-
mass momentum of the wave packet nor is R the center-of-mass position of the
wave packet, although they play the role of such quantities in most situations. Units
of 0w (R, P, t) are volume™3/?momentum—3/2,

Using equations (5.76) and (5.77a), one can prove that g, (R, P, #) satisfies the
equation of motion

iM{00uw (R, P, 1)/0t + [(P/M) - VR]ouw (R, P, 1)}

P
= (EO‘ - E“’)Q““’(R’ P’ t) + Z(Z?’[h)_3/2 / dP/ |:Votoz”(P/a t)Qa”a’ (Ra P - E, t)

P .
— Oaa (R, P+ t) | t)] eP R, (5.78)
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The Wigner function has some interesting and useful properties. Integrated
over P, it yields

/dPQoux R P, t /dU/dPQaa R+ ,R — 2 )e_ﬁpu

= 0o (R, R, 7) = Ay(R, ) A, (R, 1), (5.79)

and integrated over R,

1 q q LR.
Rouww (R, P, t) = —— Rowe (P+ =, P— = 1
/d 0w (R, P, 7) (znh)3/dq/d Qaa( +5 z,t)eﬁ

= Quw (P, P, 1) = @4 (P, 1)@, (P, 7). (5.80)

For a single-state «, these quantities are simply the probability distributions in
coordinate and momentum space, respectively. Thus, it appears that g, (R, P, £) is
a phase-space distribution for the state o population. Although it resembles such a
function in many cases, it is not a true phase-space distribution and can even take
on negative values in certain instances. The negative values are a signature of the
quantum nature of the state.

Perhaps one of the most useful properties of the Wigner function is that it allows
you to calculate expectation values of operators in a simple manner. Consider an
operator that is a function of position only, O(r, R). Then

(O(t)) = /‘I’*(r, R, 1)O(r, R)¥(r, R, t) dR

-3 / *(R. #) O (R) Ay (R, £) dR, (5.81)
where
Ouer(R) = / W (6) Ofr, R)Wy (1) dr (5.82)

is a function of R (not an operator). Since
AR DA = [ dPosu(R.P.o) (5.83)
this can be rewritten as

) = Z/dR/dPOaa’(R)Qa’a(R» P,1). (584)

Similarly, for an operator O(r, P), one finds
(O(2)) /dR/dPOaa/ P)o.«(R, P, 1), (5.85)

where

Oy (P) = /\IJ*(r)O(r, P)W, (r) dr (5.86)

o
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can be considered as a function of P. Moreover, for any operator that is symmetric
on the interchange of R and P such as (R-P + P-R)/2, it is possible to show that
(recall as an operator, P = —iAVy)

(O(1)) = Z/dR/dPOW(R, P)ouw(R, P, 1), (5.87)

where O(R,P) is now considered as a classical function of R and P and not an
operator. Thus, the beauty of the Wigner distribution is that expectation values
of operators can be calculated simply by treating both R and P as independent
variables and O(R, P) as a function rather than operator—that is, instead of using
(—ihR - Vg — ihVg - R)/2, one uses (R-P + P-R)/2 = R-P with the Wigner
function.

For atom-plane-wave field interactions, where V. (R,#) ~ exp[®i(k - R)], it
follows from equation (5.70) that V,. (P',¢) ~ §(P’' £ hk). If hk < [(P)|, we can
expand the integrand in equation (5.78 ) about P’ = 0. To lowest order, we find

1h{00ua (R, P, 2)/0t + [(P/M) - VR]Qua (R, P, £)}

= (Eq — Ea)0ow (R, P, ) + [V(R, 2), @(R, P, #)]0o (5.88)

which is identical in form to equation (5.68). Equation (5.88) is the lead term in an
expansion of the Wigner function in a power series in h.

For most problems of atom-field interactions, it is valid to treat the center-
of-mass motion classically. However, whenever single-photon processes become
important [such as diffusion of atoms resulting from spontaneous emission, or
scattering from atoms having energies less than #2k*/(2M), where k is the optical
field propagation constant|, a quantized description of the center-of-mass motion
is needed.

Problems

1. Plot the steady-state value of o11(v,) Wy(v,) for an atom in a monochromatic
plane-wave field. Show that there is a “hole” burned in this ground-state
velocity distribution by the field.

2. Calculate the maximum force on an atom produced by a monochromatic,
plane-wave field having half Rabi frequency x/27x = 10 MHz, given that
y»/2n = 10 MHz and there are no collisions. Assume that v, = 200 m/s,
that the resonance wavelength is o = 628 nm, and that the field can be tuned
within 1 GHz of resonance. Calculate the acceleration that this force produces
for an atom having atomic mass 23.

3. For a 5-mW standing-wave laser field having a waist area of 4 mm?, calculate
the well depth of the ground-state potential produced by the field in units of
the recoil energy (h?k?)/2 M assuming a detuning of 3y. Repeat the calculation
for a FORT, in which the laser field has a power of 100 mW and is focused
to a spot diameter of 20 um. The detuning is 20y,. Take y,/27 = 6 MHz,
A = 780 nm, M =%Rb mass, and (i1,),; = —0.57eaq. Also calculate the
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frequency spacing at the bottom of the wells assuming that the potentials can
be approximated as harmonic in that region. Can atoms cooled to the Doppler
limit of laser cooling be trapped in these potentials? Explain.

. Consider a transition from a ground state having total angular momentum

J = 0 to an excited state with ] = 1. The atom is put in a magnetic field
that varies as B = 8Zz (8 =positive constant) near Z = 0. Assume that the
magnetic sublevels’ energies vary as E,, = E; + gmZ, where g is a positive
constant, and #1 is the magnetic quantum number. If o light is incident in
the +Z direction and o_ light in the —Z direction, show that an atom can be
trapped in the Z direction if the field is detuned below the resonance frequency.
Assume that the atoms are moving sufficiently slowly to neglect their Doppler
shift. Note that this is the same detuning that will produce cooling for atoms
located near Z = 0. This technique is the basis for the (magneto-optical
trap)(MOT); see reference [8]. (o, radiation drives Am = 1 ground-to excited-
state transitions, and o_ radiation drives Am = —1 ground-to excited-state
transitions.)

. In the optical Stern-Gerlach experiment, two plane-wave laser fields intersect

at a small angle 6 to form a standing-wave field having period d = A/ sin > A.
The field amplitude varies as cos (27 Z/d) in the Z direction. An atomic beam
having diameter much less than d is incident perpendicular to the standing-
wave field, and the atoms pass through the laser beam waist, which has
diameter wo. The longitudinal velocity of the beam is v, and the atoms enter the
beam with g1 = 1. If the field is resonant with the atomic transition, calculate
the energy of the two semiclassical dressed states of the atom-field system and
the maximum angular splitting of these states produced by the field. Assume
that the atom-field interaction can be treated in an impulse approximation,
and take v = 1.76 x 103 m/s, atomic mass = 4, wy = 39 um, d = 30 um,
|xs| /27 = 0.7 GHz; see reference [9].

. Repeat problem 5, but assume that the detuning §/2nr = 160 MHz is

sufficiently large that the atom stays adiabatically in the ground dressed state
of the system. In this case, calculate the deflection of the atoms by the field as
a function of Z.

. For an off-resonance standing-wave field, what sign of delta is needed to have

the force on the atoms attract atoms to the antinodes of the field? For this
sign of delta, estimate the focal distance of one “lobe” of the field for atoms
crossing the field having longitudinal de Broglie wavelength A, assuming that
the potential can be approximated as that of a harmonic oscillator. Evaluate
this distance assuming v = 5 x 10?> m/s, atomic mass = 85, wy = 30 um,
A =780 nm, |xs| /27 = 300 MHz, and §/27 = 10 GHz.

Calculate the spatially averaged force for atoms having kv <« y, for two-level
atoms interacting with a standing-wave field. To do this, solve the density
matrix equations for v = v, = 0, and then calculate a correction term linear
in v. Show that in weak fields, your result reduces to equation (5.45). For
strong fields, show that the sign of the force changes for a given detuning if
one excludes a small region about § = 0 (i.e., for a given §, if the force is a
friction force for § < 0 for weak fields, it becomes an accelerating force for
strong fields). Take y = y,/2 and x; real.
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Suppose that you want to solve equations (5.38a) to (5.38d) for arbitrary field
strengths. For solutions that are periodic in Z, you can set

o0
N=o0»—o011= Z N,emkZ,

n=—0o0

where N_,, = N}, and also set

o0
- i(2n—1)kZ
021 = E 1€ F R,

n=—o0

Obtain equations that relate the Fourier coefficients N, and r,,. By truncating
the series and solving the resulting equations, you can obtain successive
approximations to the exact solution in terms of continued fractions. From
your equations, obtain a value for N to order x2. Take x; to be real.

In problems 11 to 22, it is assumed that an atom’s time evolution is
governed by the Hamiltonian

H="72/2M) + Hy(r) + V(r. R, 1),

where M is the atomic mass, Ho(r) is the free-atom Hamiltonian having
eigenvalues E, and eigenfunctions v, (r), P is the center-of-mass momentum
operator for the atom, and V(r,R,?) is an interaction term describing the
atom’s interaction with external fields that can change the atom’s internal state
and center-of-mass momentum.

Derive equation (5.58).

Derive equation (5.61).

Derive equation (5.69).

Derive equation (5.73).

Derive equation (5.76).

Derive equation (5.78).

Prove explicitly that equation (5.87) is valid for the operator O(R,P) =
(R-P+P-R)/2 using P = — iAVp.

Calculate the one-dimensional Wigner function for

Y1(x) = (2a®)"* explipox/h) exp[—(x/a)*]

and

018
1+4e!8

Vo (x) = 2ma?)~ V4 {exp[—(x — 3a)*/a*] + exp[—(x + 3a)*/a*]} .

Use a three-dimensional plot to plot the Wigner function as a function of x
and p fora = 1, h = 1 and py = 2. You will probably want to use a
computer program to evaluate the integrals. Which of these wave functions
is more classical in nature? Explain. The second wave function is referred to
as a Schrodinger cat state.

For a free particle, use the Wigner distribution function (in one dimension) to
evaluate (p), (x), (Ap?), and (Ax?) at time ¢ in terms of their values at ¢ = 0.
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20. Prove Ehrenfest’s theorem for a particle of mass M moving in a potential V(R)
using the Wigner distribution function.
21. The total density can be defined as

o(R,P, 1) = ZQaaRPt

Show that (R, P, #) satisfies the equation of motion

ih {30(R, P, t)/dt + [(P/M) - Vg]o(R, P, t)} =
I)/
+;¥: Zﬂh 3/2/dP/ aa’ (P/ )Qaa <R P— 2 )

P/ P
—Oau’ (Rv P + 5, t) sz’a (P,/ t)]eZP -R/h-

Make an expansion of the integrand to first order in P’ to obtain
do (R, P,2)/0t + [(P/M) - VR]o(R, P, 1) =
+(in/2) > VR Vew (R 2) - V2Owa(R, P, 2)

a,a’

+ V0w (R, P, 2) - VR Vo (R, 7)].
22. Now assume that the external potential is state-independent—that is,
Vo (R, 2) = V(R, £)80.4
Prove that

ihi{30(R, P, 1)/dt + [(P/M) - Vr]o(R, P, £)}

+(2nh)‘3/2/dP’ V(P', t) [Q < ) (R P+ 5 tﬂ iPR/D.

where V(P, t) is the Fourier transform of V(R, ). Make an expansion of the
integrand to second order in P’ to obtain

do(R, P, 2)/0t + [(P/M) - Vr]o(R, P, #) + [-Vr V(R, 7)] - Vpo(R, P, 1) = 0,

and give an interpretation to your result. Note that corrections of order P'> do
not contribute. In problem 21, the corrections of order P’> do not necessarily
vanish and can serve as a source of diffusion for the distribution function.
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Maxwell-Bloch Equations

6.1 Wave Equation

Up until this point, we have looked at the modification of the atomic state vector
produced by an external electromagnetic field; however, for the most part, we
have ignored changes in the external field produced by the atoms. If we quantize
the electromagnetic field, the total energy of the atoms plus field is conserved,
guaranteeing that changes in the energy of the incident field are automatically
included. Within the context of the semiclassical theory, however, we are restricted
to a classical description of the incident field. Thus, any changes in the external field
must be accounted for using Maxwell’s equations. In this Maxwell-Bloch approach,
the fields are described by Maxwell’s equations, but the polarization that appears in
Maxwell’s equations is calculated quantum-mechanically in terms of the expectation
value of the atomic dipole moment operator.

It is necessary to couple the quantum evolution equation for the atoms to
Maxwell’s equations for the fields in order to follow the evolution of the fields.
To do this, we write Maxwell’s equations but do not take D = oE. Rather, we set
D = ¢E + P and calculate P quantum-mechanically as the expectation value of the
atomic dipole moment operator. We take B = poH and neglect any effects arising
from magnetic polarization.

In the absence of free charges and currents, Maxwell’s equations are

V.(s0E+P) =0, (6.1a)
9B
VxE=_—", (6.1b)
at
3(soE + P
V xB= MO%, (6.1¢)

V.B=0, (6.1d)
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and the wave equation, equation (1.5), is

1 0’E 1 9%P
VZE — =V(V-E)+ 6.2
2 a2 Vi )+ e 92 (6-2)
With no free charges,
V.-E=pp/co = -V -P/e, (6.3)

where pp, is the bound charge density; this term vanishes in vacuum. In a medium,
it can give rise to transverse effects such as self-trapping, self-focusing, and ring
formation. We neglect any such transverse effects and consider essentially a plane
wave limit in which the fields propagate in the Z direction and have polarization € in
the XY plane, allowing us to set V - P &~ 0 and to use
2 2 2

PE_1PE_ 1P o

072 2 9t gy Ot?
as the wave equation appropriate to our considerations. By setting V2E ~—32E /9 Z?,
we are neglecting any diffraction effects that would accompany a beam having finite
radius a. Diffraction effects are minimal if A/a < 1.

6.1.1 Pulse Propagation in a Linear Medium

To illustrate pulse propagation in a linear medium characterized by a frequency-
dependent index of refraction, we first Fourier transform the positive frequency
components of the fields using

Et(Z 1) = EH(Z, o)e'¥ % dy (6.5a)

7l

PH(Z, t) = PH(Z, o )e'K 4oy (6.5b)

b

where k' is a function of @' to be determined. In section 6.2, we calculate the
polarization P(Z, t) quantum-mechanically; here, we assume that the polarization
P*(Z, w) is related to the electric field E¥(Z, ) by

PH(Z, 0) = eox (0)ET(Z, w) = g0 [n*(w) — 1] E*(Z, w), (6.6)

where x (w) is the electric susceptibility, and #(w) is the index of refraction, assumed
to be both complex and frequency dependent. The total fields are given by

E(Z 1) = [E"(Z )+ EN(Z 1)), (6.7a)
P(Z 1) = [PH(Z 1) + PH(Zt)]. (6.7b)

Substituting equations (6.5) into equation (6.4) and using equation (6.6), we find
that equation (6.5a) is a solution of equation (6.4) provided that

K (o) =n(w)—, (6.8)
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giving rise to a field amplitude

EY(Zt) = EH(Z, o)e @l 2/ g,y (6.9)

=

It is now assumed that E(Z, ) is a sharply peaked function about a central
frequency o’ = w. As a result, it is convenient to rewrite equation (6.9) as
EN(Z t) & —e ielimn@)ZIdE (7 1), (6.10a)

EN(Z w) = —¢E(Z, »), (6.10b)

ol N\HN\W

where the complex pulse amplitude E(Z, ¢) is given by

E(Z,t) = L /OO do' E(Z, o) exp{—i At + i[o'n(0) — wn(w)] Z/c}

_ \/;_ﬂ 700 AAE(Z, & + A) expl—i At +i[(0 + A)n(w + A) — wn(w)] Z/c)
1 o0 N
N — E(Z
7= ) sEzo+s
x exp{—iAt +i[(w + A)n(w + A) — on(w)|Z/c}. (6.11)

We have set ' = w + A and extended the lower limit of the A integral to —oo, since

E(Z, w + A) is sharply peaked about A = 0. Expanding

d|wn(w)]
dw

(w4 A)n(w+ A) — wn(w) ~ (6.12)

A= [n(a)) + wdn(a))} A,
dw

correct to first order in A, we find that

E(Z,t) ~ \/;_n/_oo dA E(Z, o + A)exp (—iA{t_ [”(w)—i—wd’;(:)o)} f})

—E {o, ' [n(a)) +wd"(“’)} Z} , (6.13)
do | ¢
or
EY(Z 1) ~ € piolt—nto f]E{o t— [ (@ )+wd”<“’)} Z}. (6.14)
2 dw c

For real n(w), equation (6.14) implies that the field propagates without distortion
or attenuation with a group velocity

c
Vo= —————, 6.15
£ n(a))+a)—d3(a°)“) ( )

and that the phase velocity is vy, = ¢/n(w). Of course, if we had included higher
terms in the expansion (6.12), these terms would have resulted in distortion of the
pulse shape as it propagates. These terms become important near resonance. If 7(w)
is complex, the leading exponential e~*®lI=(®)Z/¢] results in attenuation {assuming
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that Im[n(w)] < 0}. The group velocity becomes complex, but the pulse propagation
speed is still given by equation (6.15), if Re[n(w)] is substituted for n(w).!

6.2 Maxwell-Bloch Equations

Rather than use equation (6.6) to relate the polarization to the field, we would like
to calculate this polarization quantum-mechanically and obtain equations that allow
us to find the fields in a self-consistent manner. We have seen already that the atomic
response to an applied field can result in a nonlinear dependence of density matrix
elements on the field amplitude. As a consequence, we expect that, in general, one
finds a polarization that is a nonlinear function of the applied field amplitude.

The macroscopic polarization is defined as the average dipole moment per unit
volume. As such, in quantum mechanics, it becomes the expectation value of the
atomic electric dipole moment operator fi, namely,

(P(Z, 1)) = N [r21(012(Z, 1)) + pr12(021(Z, 1))]

=N [m21(012(Z, t))e k=t 4 s (851(Z, )] ¢! kZ=ot)

= [P(Z.t) + PT(Z.1)"], (6.16)

where
PH(Z. 1) = Npyy (821 (Z. 1))e! 7, (6.17)
@yR1) = [ dvWha, R.v.o) (6.18)

N is the density, and Wj(v) is the velocity distribution. By combining equation (6.16)
for the polarization, equations (5.2) for the evolution of density matrix elements,
and the wave equation (6.4), one has a set of coupled partial differential equations
that can be solved numerically given some initial conditions. Typically, one would
suppose that an optical pulse is incident on a medium from vacuum and that the
initial pulse field envelope is specified. The numerical solution of such a problem is
far from trivial, since the integration step sizes must be taken to be much less than an
optical period in time and much less than a wavelength in space. On the other hand,
changes in the pulse envelope often occur on much slower time and longer length
scales. To circumvent this problem, we often make a slowly varying amplitude and
phase approximation (SVAPA).

I For complex #(w), the point of stationary phase in the integrand of equation (6.11) occurs when

cZ
t =

1y (@) + 0@

w

where 7, (w) = Re[n(w)], implying that the group velocity is

dn, (o)
[0} .

vg = ¢/ | (w) + o
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6.2.1 Slowly Varying Amplitude and Phase Approximation (SVAPA)
To proceed, we assume that the Fourier amplitudes E+(Z, o) and PH(Z, o)
appearing in equations (6.5) are sharply peaked at the central field frequency w.
In that case, it is convenient to write the positive frequency components of the fields
in the form

1 .
ET(Z t) = Eng(z, t)e! ket (6.19a)
— 1.~
E (Z ) = ExE(z, ), (6.19b)
PH(Z, t) = XP(Z, t)e' k411, (6.19¢)
PH(Z, o) = XP(Z, o), (6.19d)
where k = w/c,
1 [~ - ,
E(Z t) = — E(Z, o)l K-RZ(o'~o)] g,y 6.20a
(Z, 1) Nl ( ) ( )
1 [ " ,
P(Z,t) = —— / P(Z, o) K-RZ-w =0l g,y 6.20b
(Z,t) Nl ( ) ( )

and we have taken the fields polarized in the x direction. Equations (6.20) and (6.19)
are formally identical to equations (6.5). Although both E(Z, ') and P(Z, ') are
assumed to be sharply peaked at the central laser field frequency w, it does not
necessarily follow that E(Z, t) and P(Z,t) are slowly varying in space compared
with A = 27/k and slowly varying in time compared with w~!. We assume this to
be the case for the moment, but you will see that this approximation can lead to an
incorrect group velocity and index of refraction when the index of refraction of the
medium differs considerably from unity.

The next step is to substitute equations (6.20) and (6.19) into the wave equation
for E(Z,t),

0%E(Z,1) 1 9*E(Z1) 2 9*P(Z1)
072 2t ey 02
and, owing to the slow variation of E(Z,¢) and P(Z,t), to neglect terms such

as 02E(Z,t)/9t*, 3*E(Z,t)/3 2%, 9P(Z,t)/dt, and 8% P(Z, t)/9t>. Thus, we approxi-
mate

, (6.21)

E(Z i(RZ—wt) )
d[E( ;); ] _ {ikE(Z’t) +8E8<§,t>]ez<kzwt>, (6.222)
2[E(Z i(kZ—wt) )
0 [E( at; ] ~ [—kZE(Z, t)+2ik8i§?t)} ekZ=et  (6.22b)

and, similarly,

02[E(Z, t)e!kZ—et) OE(Z.t)] .

[ 3228 N [_sz(Z, t)—2ia)7;t’ )}e’“dw”, (6.23a)
82 P(Z.t i(kZ—wt) )

[P(Z. e ] ~ —w? P(Z, t)e!*n, (6.23b)

ot?
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(We do not keep the first derivative in the polarization since the zero-order terms
do not cancel as they do for the electric field amplitude, but see the appendix and
problem 5 for a further discussion of this point.)

Substituting these results into the wave equation (6.21) and using the fact that
® = kc, we obtain

1 .
(8 + 8) E(Z t) = %P(Z, t). (6.24)
€0

From equations (6.16) to (6.18) and (6.19b), it follows that P(Z,#) = N (ix)1>
x (01(Z, 1)), so equation (6.24) can be rewritten in the form

0 10 _ iNk(Mx)12 ~
(az + CBt) EZ.1) = S 6, (2,0, (6.25)

where (i4x)1, is the x component of p,, and (0,,(Z, #)) is the velocity average
defined by equation (6.18). Thus, we have accomplished our task of relating the
evolution of the complex electric field amplitude to density matrix elements that can
be evaluated using the density matrix or Bloch equations. Equation (6.25), together
with the density matrix or Bloch equations, are referred to as the Maxwell-Bloch
equations in the slowly varying amplitude and phase approximation. In the limit
that a steady-state field distribution has been reached as in the absorption problem
discussed in chapter 4, equation (6.25) reduces to

OE(Z) iNk()1, -

vy = ea(2), (6.26)

As we alluded to earlier, there is a problem with this approach when the index of
refraction #n differs appreciably from unity. It is not difficult to understand why this is
the case. In a dielectric medium, E*(Z, t) varies as exp[inkZ] and is proportional to
E(Z, t)exp(ikZ); as a consequence, E(Z, t) varies as exp[ik(n — 1) Z], implying that
82E(Z,t)/dZ% is no longer negligible compared with kd E(Z, t)/d Z. An alternative
approach to the slowly varying amplitude and phase approximation that yields the
correct group velocity and index of refraction is given in the appendix. Thus, equa-
tion (6.25) must be used with some caution. In general, it is valid for a medium, such
as a dilute vapor, in which the index of refraction is approximately equal to unity.

6.3 Linear Absorption and Dispersion—Stationary Atoms

We now return to the problem of linear absorption by an atomic vapor as a simple
application of the Maxwell-Bloch formalism. Recall that, by absorption, we really
mean the loss of intensity of the beam as it traverses the medium—in steady state, the
radiation is scattered rather than absorbed. We consider the steady-state distribution
produced by a quasi-monochromatic field in a uniform medium of stationary two-
level atoms, for which (9,,(Z)) = 8,;(Z), since no velocity average is needed. From
the density matrix equations (5.2), the steady-state value of 9,; to lowest order in
the applied field is given by

—ix(Z)

el (6.27)
y +1ié

021(2) =
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where x(Z) = —(ux)y, E(Z)/2h. Therefore, from equation (6.26), the envelope
function E(Z) can be obtained by using

0E(Z) kN PE(Z) @

= =——FE(2), 6.28
0Z 2heo(y +18) 2 (2) ( )
where
. kN | ()12 |2 .
—a ;= XTI, s 6.29
a=o t+in heo(y2+82)(y i8) ( )
is a complex absorption coefficient.
From equation (6.28), we find
E(Z) = E(0)e*%/?, (6.30)
which implies that
1 . .
E(Z, t) = E&E(O)e’“Ht/Z)Ze*“rz/ze*’wt +c.c. (6.31)
From this equation and equation (6.29), we see that
2
i, 128
k—aj/2 ="k 1+M = nk, (6.32)

2heo(y? + §2)
implying that the index of refraction 7 is equal to?
" N (12)12 178
2h80()/2 + 52) '

In addition, the absorption coefficient

_ N Pk y?
R T ) (634

(6.33)

agrees with our previous result, equation (4.22), in the limit of weak fields. The
index of refraction is plotted in figure 6.1 as a function of —§ = w — wy. For most
of the range of §, the index increases with increasing w (dn/dw > 0), and this is
referred to as normal dispersion. In the region about the resonance, dn/dw < 0, and
this region is referred to as anomalous dispersion.

One aspect of absorption that can be generalized to a number of other processes
involving the exchange of energy between different field modes is the relationship
between the field amplitude and the coherence generated in the medium by the field.
In the case of linear absorption, the field amplitude is

1 o
ET(Z t) = E)A(E(Z)e’kz”‘“t, (6.35)

2 This equation is valid only if k |a| < 1; the more general result,

1/2
e (1 Mt 28]
B heo(y? + 82)

is derived in the appendix.
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n-1

Figure 6.1. Index of refraction in the vicinity of a resonance as a function of —§ = w — wy.

while the associated dipole coherence is

i (Z) 7| pikZ-iot+ip+ip
021(Z, t):_wesz—zwt:_b(( )l e ’ (6.36)
y +18 /y2 + §2
where
tan B = g (6.37)

and we have set E(Z) = |E(Z)|e'®. The phase difference B between the dipole
coherence and the applied field allows the medium to extract energy from the field.
The power delivered to an atom by the field is equal to the scalar product of the
force F on the electron in the atom with its velocity (f). As a consequence, the cycle-
averaged power per unit volume [dW(Z)/dt] provided by the field to the medium is
given by

dW(Z) d(x(2))
g A

— [—1eE(Z)} [iwx21012(Z)] + c.c.

2

. .
= e B2 D) e
2 y — 18

2 7)1
b 7/|2X( )ZI
y-+39
which provides some justification for equation (4.15). On the other hand, we can
also write this result as

= hwy202(Z), (6.38)

dV(Z) _ 2holx(2)P
dt - \ /yz + 82

with 0 < B < 7. If there is no relaxation (y = 0), then 8 = 0 or 7 and, on average,
the field does no work on the medium. In steady-state when y # 0, the energy given

sin f3, (6.39)
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to the medium by the field is counterbalanced by the energy lost by the medium to
“friction,” resulting from the damping produced by the vacuum field. The overall
process is one of scattering of the incident field into unoccupied modes of the vacuum
field, with the atoms serving as intermediaries.

6.4 Linear Pulse Propagation

It is clear from equations (6.30) and (6.32) that the validity condition for the SVAPA,
[0E(Z)/3Z] <« RE(Z), can be satisfied only if k|a| ~ (n — 1) < 1, a condition that is
equivalent to requiring that the index of refraction of the medium is approximately
equal to unity. To test the validity of the slowly varying amplitude and phase
approximation, equation (6.25), we can consider linear pulse propagation in the
adiabatic following limit for a medium of stationary atoms. Recall that the adiabatic
following limit is one where the field varies slowly in a time of order |y +i8|!. In
the linear regime, one sets 11 = 1 and calculates ,,(Z, ) from [see equation (5.9d)]

00y1(Z,t)/0t = — (y +i8) 0y1(Z.t) —ix(Z, 1), (6.40)

where x(Z,t) = — (ux),; E(Z, t)/2h. Since the atoms are stationary, we need not
concern ourselves with any velocity averaging. The solution of equation (6.40) in
the adiabatic following limit is

t
021(Z,t) = —i/ X (Z, ¢)e~r+idle=t) gy

—00

ix(Z,t) idx(Z,t)/ot
A — AT o

y +ié (y +18)
i) _0E(Zy)jor
_zmy+m{m1” v rio) ]’

where we have generated the series using integration by parts.
Substituting this result into equation (6.25), we find

0E(Z, 1) n 19E(Z 1) _ .« [E(Z, /) — 81(5)(/Z—|,—i)8/)8t} 7

0Z c ot 2
where « is given by equation (6.29). We define a complex index of refraction by

(6.41)

(6.42)

ne(w)=1+ia/2k
INT(x)a 12

= , 6.43
2heo [y +i(wo — )] (64
where k = w/c. It then follows that
dn, _ NI P _ i [72:(e) — 1]
do  2heg (y +i8) (y +1i9) (y +16)
i io
Ty io) 2k o
or
o« __odn (6.45)

2y +i8) ¢ do’
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which, when substituted into equation (6.42), yields
0E(Z,t) 1 (1+ dnc) 0E(Z, t) o

0Z c

v =——E(Z1). (6.46)

at 2
This equation implies that the group velocity is equal to ¢/[1 + w(dn/dw)], whereas
the expected result is ¢/[n7 + w(dn/dw)], where n = Re n, is the index of refraction.
Thus, this result shows that, for this form of the slowly varying amplitude and phase
approximation to be valid, one must have #n ~ 1, as we have pointed out previously.

6.5 Other Problems with the Maxwell-Bloch Equations

The Maxwell-Bloch equations are used successfully to model many atom-field
systems. We have already noted some of their limitations, related mainly to
approximations implicit in going over to the slowly varying amplitude and phase
approximation. However, even if we do not make the slowly varying amplitude and
phase approximation, there must still be something rotten (or at least a little spoiled)
in the state of Denmark.

A simple example helps to illustrate what is missing. Imagine that a field
propagates in a medium that can be characterized by a real index of refraction.
From the quantum point of view, this situation corresponds to propagation of a
field whose frequency is far off resonance from an atomic transition, such that the
imaginary part of the index of refraction (which varies as §2) can be neglected.
Moreover, let us neglect dispersion. In this limit, the field propagates through the
medium without loss or distortion. But this is an approximate result only, since
there is a small, but finite, loss owing to scattering. The Maxwell-Bloch equations
properly account for this loss insofar as the amplitude of the field is diminished as
the field propagates in the medium, owing to the small but nonvanishing imaginary
part of the index of refraction. On the other hand, in the approach followed in this
chapter, these equations do #not allow one to calculate the field that is scattered by
the atoms. For conservation of energy, this scattered field must exist—it is nothing
more than Rayleigh scattering.

What is missing from a conventional derivation of the Maxwell-Bloch equations
is the role of fluctuations. In some sense, we have violated one of the maxims of
quantum mechanics—sum over final states and average over initial states. Normally,
the average over particle position and frequency (velocity) is carried out after
one obtains expressions for expectation values of quantum-mechanical operators.
In deriving the Maxwell-Bloch equations, we perform this macroscopic average
directly in the field amplitude equations, whereas we should wait to carry out the
average until we calculate field intensities. For example, the field radiated by a one-
dimensional array of N dipole oscillators in a direction transverse to the line of the
oscillators is proportional to

S=) e*X, (6.47)

where X; is the position of the jth oscillator. If we average this over random
positions of the oscillators, then (S) = 0. On the other hand, the average field
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intensity is proportional to

N N

(I181%) = < > e"k(Xer')> =N+ < > eik(Xfo')> = N. (6.48)
jai'=1 J0'#r

The terms with j = j’ give rise to a signal proportional to N. It is precisely such a

contribution that is responsible for Rayleigh scattering.

Thus, the Maxwell-Bloch treatment is reliable only if fluctuations in both particle
position and frequency can be neglected. Although such an approximation is not
valid for the scattered field, in general, it is often valid for the fields that are incident
on the medium. For most of the problems considered in this text, the fields that
propagate in the medium can be taken to have a cylindrical cross-sectional area
equal to A. To neglect fluctuations in particle position for such fields, it is necessary
that we break the medium into a number of slices in the direction of propagation,
each slice having a length that is much less than a wavelength. Then, each atom in
the slice sees the same phase of the incident field. As a consequence, fluctuations in
particle position are negligible if the number of atoms in such a slice is much greater
than unity,

NAL> 1, (6.49)

where N is the atomic density. This condition is much less severe than the one
that is often imposed for a macroscopic description of Maxwell’s equations (the
number of atoms in a sphere whose radius is less than A be much greater than
unity). For a beam having cross-sectional area of 1 cm?, inequality (6.49) is satisfied
for densities A > 10'° atoms/m® = 10° atoms/cm?, a condition that is satisfied
even in dilute vapors. In general, fluctuations in atomic velocity or frequency can
be neglected as well, unless we look at the contributions from only a few of
the atoms within the inhomogeneous width associated with the transition (as in
single-molecule spectroscopy). The message to take away is that the Maxwell-Bloch
equations can often be used to describe propagation of fields in both vapors and
solids, but they do not provide a complete description for the scattered fields.

6.6 Summary

In this chapter, we derived the Maxwell-Bloch equations and discussed some appli-
cations. Although there are problems associated with the Maxwell-Bloch equations
and with the slowly varying amplitude and phase approximation (SVAPA), there is
a wide range of problems for which Maxwell-Bloch equations in the slowly varying
amplitude and phase approximation retain a high degree of validity. We return to
these equations often throughout the text.

6.7 Appendix: Slowly Varying Amplitude and Phase
Approximation—Part 11

For detunings wg > |8] > v, the index of refraction for a dilute vapor varies as

N| (:U“x)ll |2

=1 ,
= T hes

(6.50)
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and o (dn/dw) > n; that is, the dominant contribution to the group velocity is a
result of dispersion in the medium. On the other hand, for material such as glass or
water, the dispersion is of secondary importance in the visible part of the spectrum,
since the frequency of optical radiation is far from any electronic transition in
these materials (the RWA cannot be used in this case); as a consequence, the group
velocity in glass or water is determined predominantly by their index of refraction
at some arbitrary frequency in the visible. As we have seen in equation (6.46), the
treatment in section 6.4 led to a group velocity v, = ¢[1 + w (dn/dw)] instead of
Vg = c[n+ w(dn/dw)]. Moreover, the expression for the index of refraction (6.33)
is valid only for # ~ 1. It would be nice to have a formulation of the slowly varying
amplitude and phase approximation that leads to the correct group velocity in the
absence of dispersion and gives the correct index of refraction when 7z > 1.

One possible error in the approach we used is linked to the fact that we
approximated

32 [P(Z, t)ei(kz—wt)]
ot?
equation (6.23b). If, instead, we keep the next leading term,

92[P(Z, t)e!kZ-o1) aP(Z.t)] .
[P(Z.1)e }m —w*P(Z, t)—Ziwg ¢! (kZ-ot) (6.52)
a2 ot

~ —w?P(Z, t)e' k4, (6.51)

it is not difficult to show (see problem 5) that the group velocity is replaced by
v, = ¢/n” in the absence of dispersion. Thus, although the result is changed, it is
still wrong.

It is possible to modify the slowly varying amplitude and phase approximation in
a manner that leads to the correct pulse propagation speed and a correct index of
refraction. To do so, we must specify the phase of the field explicitly and make sure
that any corrections to this phase are much less than unity. If this is accomplished,
the validity condition for the SVAPA becomes ko, < 1 instead of k|a| <« 1; for
detunings 8] > y, o,/ |a| = y/|8|, and the SVAPA can be valid in cases where the
index of refraction deviates from unity.

To arrive at this alternative form for the SVAPA, we write the field and
polarization as

1 .
ET(Z t) = SXIE(Z, 1) eikZ-erto(Z.0], (6.53a)

PH(Z, t) = XP(Z, t)e'kZ-ot+o(2.0] (6.53b)

where k = w/c, ¢(Z,t) is real, but P(Z,t) can still be complex. In fact, equa-
tions (6.53) in some sense correspond to the second definition of the field interaction
representation. It is convenient to write

P(Z,t) = N (1x)12 (021(Z. 1))
=N (ix)ip [((Z, 1)) —i(v(Z, 1))] /2, (6.54)

where u(Z, t) and v(Z, t) are components of the Bloch vector. For simplicity, (1tx)1>
is taken to be real.

When expressions (6.53) and (6.54) are substituted into the wave equation and
second-order spatial and temporal derivatives of |E(Z, t)|, ¢(Z, t), and P(Z, t) are
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neglected, one obtains, in analogy with equations (6.22) and (6.23), but using
equation (6.52) instead of equation (6.23b),

—k

Ap(Z, 1) 0p(Z, t)] A E(Z 1) |E(Z 1) [8¢>(Z, t)]2
92

37 az 2 3z

09(Z, t) i [/e— 13¢(Z, t)] J|E(Z, t)| n |E(Z, t)] [qu(Z, t)}2

\E(Z, t)| +i [k-i—

k
-/ " |E(Z,t -
+c ot IE( )|+c c ot ot 2 ot

2 : 2 .
:_Nkz(uxm (2 1)) — (2, 1))] — RN )iz DL Z, 1)) — i (u(Z, D]
€0 ceg ot

(6.55)

The main difference between equations (6.55) and (6.25), aside from the inclusion
of equation (6.52), is that we keep terms of the form [0¢(Z, #)/0¢][0|E(Z, t)|/0t]
and [0¢(Z, t)/dZ][d|E(Z, t)|/3Z], as well as terms varying as [0¢(Z, t)/dZ]* and
[0¢(Z, t)/0t]%; such terms are not included in equation (6.25).

Equating real and imaginary parts in equation (6.55), we find

1 (3p(Z, 6)\* dd(Z.t) 13p(Z 1)
[_Zk ( 3z ) 0z o oo |E&N
_ Nk(px)i w(Z. 1)) + N (11x)12 30(Z, t)>’ (6.562)
2¢€p c€g at
Ap(Z, 1)) I|E(Z, 1) 1 13¢(Z,t)] d|E(Z,1)]
[k+ 3Z } dZ +c{k_c at ] at
2
_ NE*(fx)12 W(Z. 1)) — Nk ()1 0(u(Z, t)>. (6.56b)
2¢p ceo ot

Equations (6.56) represent an alternative form of Maxwell’s equations in the
slowly varying amplitude and phase approximation that is valid when the index
of refraction of the medium departs from unity. They should be combined with
equations (3.98) for density matrix elements. In general, these combined Maxwell-
Bloch equations must be solved numerically.

To show that equations (6.56) lead to the correct index of refraction and group
velocity, we consider two limiting cases. First, we solve the equations in steady state
for a weak input field and stationary atoms. If all time derivatives in equations (6.56)
are set equal to zero, we obtain

|E(2)| = 2 Mh2, 7 (6.57a)

1 (36(2)\*>  99(2)
_2k< 07 ) LY 260
[/«+ a¢(zq IEZ) _ NE (o)
07 07 2¢

k (Mx)lZ

(Z2). (6.57b)

We look for a self-consistent solution in which

¢(Z) = kBZ, (6.58)
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substitute this into equations (6.57), and find

B . Nudn w(2) N, 8 o
T TP T BT 2he i 2k (6.59a)
AE(Z)  Nk(po . Nk(p)LvIE(Z)] o«

(1+p8) YA 260 v(Z) = — 2hieo y2+82__?|E(Z)|’ (6.59b)

where o; and «, are defined by equation (6.29).
The solutions for B and |E(Z)| are

B=-14+14ai/k, (6.60a)
o, Z
|E(Z)| = |E(0)| exp [_2(1+ﬂ)} , (6.60b)

which, when substituted into equation (6.53a), yields

Ef(Z t) = 1)A(|E(O)| exp {— o Z +i[n(w)kZ — a)t]} , (6.61)
2 2n(w)

where the (real) index of refraction is given by

nlw)=+v1+ai/k=1+B. (6.62)

Equation (6.61) is valid provided that ko, < 1 and agrees with equation (6.31) in
the limit that k |o| < 1.

Next, we solve the equations in the adiabatic following limit for a weak input
field and stationary atoms. To lowest order, the solution for the phase is still
given by equations (6.58) and (6.62). When these equations are substituted into
equation (6.56b), we can obtain

OIE(Z.0)| | VHIE(Z.0] _ Nk(pa)ia

) 07 c ot o 2eg (Z.1)

_ N(C’:;C)H 3”(azt’ 2y (6.63)

The next step is use equation (6.41) for §,,(Z, t) to write

W(Z, 1) = —2Imd,,(Z, 1)
_ _ (ux) v |E(Z, 1) n ()21 (v> —8%) D|E(Z, 1) (6.64)
h(y? +82) h(y?+68%) ot
and
u(Z,t) =2Re 0,,(Z,t)

~ (x)21 S| E(Z, 1) (6.65)

h(y? +82)

When equations (6.64) and (6.65) are inserted into equation (6.63), equation (6.29)
is used, and equation (6.62) is written in the form

N| (Mx)lz |25

2
=14 2 M2 1O
mlo) =14 s

(6.66)
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or, equivalently, as

dn(w) Nl 1> (2 = 82)

2nlo) = = (6.67)
we find
JEZ 1)  1AEZD) o
A e S e
wn(w) dn(w) |E(Z, t)] [nz(a)) — 1] d|E(Z,t)]
— — , (6.68)
c dw ot c ot
which can be rewritten as
IE(Z 1) 1 dn(w)] AE(Z D«
az+cPW+”dw} = eI EZ 0L (669

Equation (6.69) gives the correct group velocity.

Problems

1. Determine the condition that allows one to neglect subsequent terms in the
expansion (6.12) for an index of refraction given by equation (6.43). i
2. For a density of 10' atoms/cm?, and reasonable atomic parameters (A =

A2 =107 cm, y = 1085~ !; recall that ag = 6ni2N), estimate the contri-
butions to the group velocity from 7 — 1 and w(dn/dw) if § = 100y.

3. For the parameters of problem 2, solve equation (6.25) numerically. Take your
initial pulse envelope as x(Z, 0) = xo exp[—(10yz/c)?*], and show that it is the
w(dn/dw) term that modifies the group velocity. (The signature of this term is
a 872 dependence.) Assume a weak incident field (Rabi frequency much less
than decay rates) so that 9,;(Z, t) is determined from

doy (Z1)/dt = —(y +18)051(Z, 1) —ix(Z ).

You might want to reexpress equation (6.25) in terms of the Rabi frequency.
4. In deriving equation (6.25), keep the next-order correction to 3> P(Z, t)/dt*—
that is, take

3*P(Z1) _

aP(Z.1)]
g “P(Z.1) — 2i DL D) tkzen
ot t

Neglecting dispersion, show that this modifies the result (6.46) obtained in
the text and leads to a group velocity ¢/n?> for n ~ 1. Thus, additional terms
must be kept if the slowly varying amplitude and phase approximation is to
reproduce the correct group velocity.

5. Consider a transition for which wy > @ > y and w is an optical frequency.
Without making the RWA, show that equation (6.66) for the index of
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refraction should be replaced by

_ N(Mx)%z 2wy
n(w) = \/1 + o o 5

2 —w

2_ 2
wy — w

-3 2
_ \/1+6an3”°“°

where 1 = 27/w. [For off-resonance excitation, one should replace Ay by

in equation (4.28).] Assuming that N)fy is the same as for typical optical
transitions, estimate the density for which the index of refraction deviates
significantly from unity. In the limit that wp > w, compare the values of n(w)
and wdn(w)/dw to show that dispersion provides only a small correction to the
group velocity. For water, 7 &~ 1.34 at 550 nm and the first electronic transition
is at A &~ 166 nm; estimate the dispersion associated with this transition, and
show that it leads to a value that is consistent with the experimental value of
the dispersion of water, which is approximately 2% over the visible range.
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Two-Level Atoms in Two
or More Fields:

Introduction to Saturation Spectroscopy

Shortly after the discovery of the gas laser, it became clear that the principles
underlying its operation also had important implications for the spectroscopy of
atomic vapors. We have already seen that, for thermal vapors, the factor that limits
the resolution achievable in linear spectroscopy is the inhomogeneous broadening
produced by Doppler broadening. We have also noted that this is not an intrinsic
limitation to the resolution, since it could be eliminated by using cold atoms. With
the development of the gas laser, it became evident that nonlinear or saturation
spectroscopy could be used to eliminate the Doppler broadening, even in thermal
vapors. The price one pays is that only a small fraction of the atoms in the vapor
cell contribute to the observed signals. The use of saturation effects revolutionized
the spectroscopy of vapors, liquids, and solids and is often referred to as laser
spectroscopy since it requires the use of moderately intense, quasi-single-mode
sources. Aside from its use in providing a probe of matter, laser spectroscopy
has important applications in metrology; laser techniques can be used to stabilize
resonant cavities or “slave” lasers to a narrow atomic or molecular transition
frequency. In this chapter, we examine the basic concepts needed to understand
the way in which laser spectroscopy can be used to achieve these results.

7.1 Two-Level Atoms and N Fields—Third-Order
Perturbation Theory

We have seen that it is possible to obtain a steady-state solution of the density
matrix equations in the field interaction representation when a single, plane-wave,
monochromatic field interacts with an ensemble of two-level atoms. If we add a
second field having a different frequency (or even a different direction in the case of
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moving atoms), the problem becomes significantly more difficult to solve. This may
seem surprising at first. For a harmonic oscillator, one simply uses superposition
to account for the presence of a number of fields having different frequencies. The
superposition principle applies because the harmonic oscillator is an intrinsically
linear device. As we have stressed on several occasions, an atom is not a harmonic
oscillator; it is intrinsically a nonlinear device. It is just this nonlinearity that we
exploit in laser spectroscopy.

Since the atomic response to the field is nonlinear, a superposition approach is
doomed to failure. In fact, it is not difficult to see why. To lowest order in the
applied fields, the atomic dipoles respond at all the frequencies of the applied fields,
just as in the linear case. However, to second order in the fields, there are changes in
state populations that depend on the beat frequencies of each pair of fields. In higher
order, many different combinations of the field frequencies enter. As a consequence,
the only way to solve the problem of a two-level atom interacting with two or more
fields of arbitrary intensity having different frequencies is to solve it numerically.
Analytic solutions can be obtained using perturbation theory or in the limit that
only one of the fields is intense. We look first at a perturbative solution and defer
the case of one strong and one weak field to appendix A.

We assume that the total incident field can be written as the sum of N separate

fields,
1< -
=3 Z & E e Rt e, (7.1)

where €, is the polarization of field u and k, = w,/c. Although not indicated
explicitly, the complex field amplitudes E, can be slowly varying functions of space
and time. It is of some interest to calculate the total field intensity

N

(IE(R, t)|2> = % Z (€, - €)1 E Ey| cos(kyy - R4+ 8,0t + @), (7.2)
=1
where

k. =k, —ky, (7.3a)
8, = wo — wy, (7.3b)
Suv =8 — 6y = 0y — @y, (7.3¢)
Puv = Pp — P> (7.3d)
E, = |Eyle"", (7.3e)

@y is the transition frequency, and the brackets refer to a time average over an optical
period. We see that the field intensity consists of a constant background from each
field separately (u = v) and standing-wave patterns resulting from the interference
of the different fields. The standing-wave components are not stationary; they move
with speed 8,/ k. As we shall see, these external fields give rise to moving atomic
population gratings, and the relative phase of the population gratings and the field
standing-wave pattern is an important parameter in laser cooling schemes.

To calculate the atomic response to the fields, it is convenient to work in the
normal interaction representation, since there are many field frequencies but only a
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single atomic frequency. Using the fact that 011(R, v, #) + 022(R, v, #) = 1, one finds
that the appropriate equations in the interaction representation are

do1,(R, v, 1)

5 +v-Vo(R,v,1) sz* TR 200 (R, v, £) — 1]

—Vle(R v, 1), (7.4a)

0022(R, v, t) oikuRidyt 1
e VonR,v,t) [ o Butol (R, v, t
PP +v-Von(R,v, E 01(R, v, t)

n=1
_iX €Zk" R+15,lt I (R v, t)]
—12022(R, v, 1), (7.4b)
031 (R, v. 1) = [of,(R,v.1)]", (7.4¢)
on(R,v, ) =1—0n(R,v,1), (7.4d)
where
Xu = — (w21 - €.) E, /2R, (7.5)

and 8, = wy — w,. These equations can be solved as a perturbation series in powers
of the external field amplitudes. We are interested in this chapter only in the steady-
state response—that is, values of the density matrix elements once all transients have
died away. Recall that g4 (R, v, t) is a single-particle density matrix element. The
phase-space density matrix elements are given by

Raw (R, v, 1) = N(R) Wo(v)Que (R, v, 2), (7.6)

where N'(R) is the spatial density, and Wp(v) is the velocity distribution in the
absence of any applied fields.

7.1.1 Zeroth Order

To zeroth order in the applied fields, the atomic density matrix elements re-
lax to their equilibrium values, 011(R,v,t) = 1, ol (R,v,t) = oL, (R,v,1) =
QZZ(Ra V7 t) = 0'

7.1.2 First Order

To first order in the applied fields, we assume a solution of the form

le R v, t ZQlZ V,,LL lk,l-Rfi(?,lt. (7.7)
n=1

Substituting this expression into equation (7.4a) and equating coefficients of
e~ kuR=idut e find that

012(Vs ) = (7.8)
14
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To first order, the response is the sum of contributions from each field; the response
is linear, and a superposition principle holds.

7.1.3 Second Order

To second order in the applied fields, we assume a solution of the form

0% (R, v. 1) Z 022(v; ., v)e (kR (7.9)
=1

Substituting this expression and the solution [equations (7.8) and (7.7)] into
equation (7.4b) and equating coefficients of e_i(k“‘”‘RJr‘s“”t), we find that (after the

substitution, it helps to interchange © and v in the second sum)
X;Xv 1 n 1

yz—i(élw—i—k,w-v) y+i(8, +k,-v) y—i(8ﬂ+ku-v)
. X;:Xv 2)/ - i(slw + kp.v N V)

Vo — i (8w + kv v) | [y +i(8 + ko V)] [y —i (8 + k- v)]
_ X;Xv

[y +i(6 +ky - V)] [y —i (8, +ky V)]

2r

Y2 — i((su.v + k//.v : V)

022(Vs i, v) =

x |1+

(7.10)

where we used the fact that (2y — y,) is equal to the collision rate T', since y =

/2 +T.
If we write
022(vi ju. v) = lo2a(vs o, v)| €47, (7.11)
then
05 (R v, 1) Z 1022(v3 1., )| cos [kyy - R+ 8,0t — ar(pa, v)]. (7.12)
=1

The population consists of a constant background and a sum of moving gratings,
which, in general, are shifted in phase from the moving standing waves in the
incident field intensity.

7.1.4 Third Order

To third order in the applied fields, we assume a solution of the form

N
013 (Rv.t) = D oua(vip, v, o)e ekt RG] (7.13)
nv,o=1
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Substituting this expression and the second-order solution (7.9) for 02,(R, v, t) into
equation (7.4a) and equating coefficients of e~*[(ku—kvtko R+, —6.48:)¢] \ye find that

o!R, v, 2) Z Xixwxge R
mov,o=1
1 2r
1 , 7.14
) [y —ids(v)] [V - i(SM(V)} [y +i8,(v)] |: * Y2 — i(SMV(V):| ( )
where
Su(v)=68,+k, v, (7.15)
S}LV(V) = S/L(V) —8,(v) =w, — Wy + (k/l, - kv) v, (7.16)
85(v) = 8,(v) — 8u(v) + 85 (v), (7.17)
8 =38, — 68, + b, (7.18)
k =k, —k, +k,. (7.19)

Each possible value of u,v,o corresponds to a contribution to the third-order
polarization; for N fields, there are N° such contributions.

Equation (7.14) is a very rich expression, containing many secrets and mysteries.
It can be used to analyze a multitude of problems. First, we note that if © = v, then
k, =k, and the corresponding term in equation (7.14) varies as e~k R+3:8) \which
implies that o\})(R, v, t) varies as e~/*R=e!) In other words, this contribution
corresponds to a modification of field o. Similarly, if o = v, then k; = k, and
the corresponding term in equation (7.14) corresponds to a modification of field w.
On the other hand, if neither of these conditions hold, one finds that many more
frequencies and field vectors are present in the atomic response than were present in
the initial fields. This is a consequence of the nonlinear nature of the interaction. For

example, if three fields are incident, then Q(132)(R, v, t) varies as e 'k R-et) \yhere
ws = wy — (5u—8v+80)
= a)ﬂ — W, + Wy (720)

can take on the following values:
ws = w1, W, W3, W] — W) + W3, W1 — W3 + W, W — W1 + 3,201 — Wy,

2a)1 —w3,2w2—a)1,2a)2—w3,2w3 —0)1,26()3 — w7, (7.21)

along with the corresponding values of k. The first three frequencies correspond
to frequencies of the applied fields, but all the rest correspond to new field
frequencies generated in the medium. As this example shows, although there are
N? contributions to the third-order polarization, the number of distinct frequencies,
ws = w, —w, +w,, appearing in the third-order polarization can be significantly less
than N°.

Four-wave mixing refers to a process in which three fields give rise to a new field
in the medium. The new field characterized by (ks, ws) propagates in the medium
only if |k — ws/c| L « 1, a condition referred to as phase matching. Both four-wave
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mixing and phase matching are discussed in more detail in appendix B, including a
phase conjugate geometry that enables one to reduce or eliminate phase distortion
in the generated signal.

The next feature to study in equation (7.14) is the position of any resonances that
occur as the frequency of each field is varied. In the case of stationary atoms, we
see that there are resonances whenever §,, = 0—that is, when each field frequency is
resonant with the atomic transition frequency. Moreover, there is also a resonance
at §; = 0, when the new field frequencies equal the transition frequency. Last,
there is an additional “resonance” when §,, = §, — 8, = w, — w, = 0. The term
“resonance” appears in quotation marks here, since this resonance has nothing to
do with the atomic transition frequency and is a resonance between different applied
field frequencies. You will see in the next chapter that this is closely related to a fwo-
photon resonance condition. Also, it is interesting to note that this term vanishes in
the absence of collisions (y = y,/2). As such, these resonances have been referred to
as pressure-induced extra resonances [1].

7.2 N=2: Saturation Spectroscopy for Stationary Atoms

An important case of practical interest is one in which there are two external fields,
N = 2. Moreover, we can gain considerable insight into this problem by considering
the case of stationary atoms in the absence of collisions, y = y,/2. In this limit, it
follows from equations (7.9) and (7.10) that

2 2
2) [x1l [x2l
05, (R, 1) =
yi+o v 8
XTXZe*i(klz-RJrélzt) Xikxlei(k12'R+812t)

(y +i81)(y —i82) (v +i8) (y —id1) |’ (7.22)

The first two terms represent absorption (i.e., scattering) of each of the fields,
resulting in an excited-state population that leads to a corresponding decrease in
the absorption of the fields in third order. This is the origin of the term saturation
spectroscopy, since the field absorption is reduced by the saturating effects of the
field. However, we see that there is an additional term in equation (7.22) that is of
the form Acos(kiz - R + 8127 + ¢), where Aand ¢ are parameters that depend on y,,
84, and y. As such, this term corresponds to a population grating produced by the
interference of the two fields. In third order, this can result in a coherent exchange
of energy between the two fields.

We now want to calculate the atomic response to third order in the fields. To do
so, we assume that the first field is a pump field, having a higher intensity than the
second field, which is referred to as a probe field. The idea is to calculate the atomic
response

oL, R, 1)~ 01y (R, 1) + 015 (R, 7) (7.23)

that oscillates at the probe field frequency. The first-order response is given by
equation (7.8). From equation (7.14), one finds that there are eight contributions to
the third-order polarization when N = 2. These are listed schematically in table 7.1.
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TABLE 7.1

Values of u, v, and o contributing to the third-order response Q{‘f)(R, v, ).
W, v, o Rabi frequencies Frequency
1,1,1 lxalx; oy
1,1,2 Ix11” x5 @)
1,2,1 (xi) x2 201 —
13 2.,2. |X2|2X1* w1
2'3 1a 1 |X'I|2X§F )
2,1,2 (x3)’x 20) — o1
2,2,1 2l xf W
2,2,2 2l x5 w

Since we want the third-order response that is at the probe frequency and is
linear in the probe field Rabi frequency, the only contributing terms are (u, v, o) =
(1,1,2), (2,1, 1). Such terms provide us with the pump field-induced modifications
of the linear absorption that are of order |x1|?.

Including the linear and nonlinear contributions from equations (7.8) and (7.14),
respectively, we find that

. 1 *e—i(k2~R—wzt)
on2(R. 1) = oy (R, p)eien = P2°—
y —16
1 1
x31—=2] |2[ + , : ]} 7.24
{ M2 Ty —is) (r s (7:24)
where the contributions (u,v,0) = (1,1,2),(2,1,1) have been used in equa-

tion (7.14). Equation (7.24) represents the atomic response to third order in the
applied field amplitudes that is at the probe frequency and linear in the probe field
Rabi frequency.

The first term in the square brackets always results in reduced absorption of
the probe field, as a result of “saturation” by the pump field. In other words, this
contribution corresponds to the pump field producing an excited-state population
having a Lorenztian distribution as a function of frequency that results in reduced
absorption for the probe field. However, the second term in square brackets in
equation (7.24) can result in either decreased or increased probe field absorption.
It is a coberence or grating term that can be attributed to scattering of the pump
field from the spatial grating created by the pump and probe fields in second order.

In the limit that |§1] >> y, equation (7.24) reduces to

Z'Xikefi(kz-Rfa)zt) 5 1
012(R, 7) 15 Ix1] o 18 on)

Z'X;e—i(kz-R—wzﬂ

- . 2 1
()/ - 162) {1 + 2|X1| |:(y—i52)(i31):| }

B iXéke—i(kz-R—a)zt) (7 25)

(e )]

1%
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First Order
X
p11 p12
Third Order
X1* X1 Xz* + X‘\ X1* XZ*
Py Py, Py, Py P Py P Py,
Saturation
o % X § X" %
p11 p12 p22 pTZ
Grating

Figure 7.1. “Time-ordered” diagrams that schematically represent the contributions to g to
first order in the probe field and up to second order in the pump field.

Since 8, = wy — wy has been replaced by [(wg + 2|x1|%/81) — w2], the net result of
the pump field is to produce a light shift of the transition frequency by an amount
2|x11%/81; the ground state is lowered by |x1|?/81, and the excited state is raised by
the same amount.

On the other hand, we can consider the case where both fields have the same
frequency (8; = 8, = §) and are distinguished by their directions of propagation. In
that limit, the contributions from the saturation and grating terms are identical, and
equation (7.24) reduces to
Z'Xife—i(kz-R—wzt)

y —id
2
« (1 _ Al 2). (7.26)
ye+34
The nonlinear absorption profile is the square of a Lorentzian having width
(FWHM) of 2(v/2 — 1)1/2y = 1.29y, which is narrower than the 2y width of the
linear absorption profile.

Even though we are working in a steady-state limit, one can view the saturation
and grating contributions in terms of the time-ordered diagrams shown in figure 7.1.
The diagrams indicate how the field interactions, represented by wavy arrows,
modify the atomic density matrix elements. In first order, the probe field Ej acts
to produce p1,. In third order, there are two contributions to ¢1»; the saturation
term involves the creation of unmodulated excited-state population by the pump

field followed by “absorption” of the probe field, while the grating term involves the
creation of a spatially modulated population by the probe and pump fields, followed

012(R, 1) = o}, (R, t)e’" =
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by scattering of the pump field from this grating. Thus, the conventional picture
that the pump field saturates the transition and reduces the probe field absorption
does not fully encompass the underlying physical processes that are present. The
contributions represented schematically in figure 7.1 correspond simply to terms
that arise in a perturbative solution of equations (7.4) for o}, that are of order x; or

Ll x5

7.3 N=2: Saturation Spectroscopy for Moving Atoms in
Counterpropagating Fields—Hole Burning

Of greater interest in saturation spectroscopy is the response of atoms in a thermal
vapor. A convenient field geometry to explore the saturation spectroscopy of moving
atoms is one in which two counterpropagating fields are applied to the medium.
Experimentally, this is often achieved by reflecting a portion of a pump field back
into the medium, the reflected field constituting the probe field whose absorp-
tion profile we want to monitor. The two fields have the same frequency w; = w,
= w, 0

51 =a)0—a)=8258,
521 = W] — W) = 0, (7.27)

where subscript , refers to the probe field, and subscript | refers to the pump field.
The propagation vectors for the two fields are

kl = —k2 = k, (728)
implying that
Ss1v)=8+k-v,
SHv)=8—-k-v. (7.29)

We do not set y = y,/2, allowing for collision effects.

7.3.1 Hole Burning and Atomic Population Gratings

To second order in the applied fields, the upper-state population, calculated using
equations (7.9) and (7.10), is

2y/v2) lxal* 2y /v2) lxa2l?
Y kv 2 -kv)’

Xixae PR ar
[J/+i(5711<-v)][y7i(5+k<v)] (1 + )/272ik~v>

+ . (7.30)

% 2ik-R
X5 xie”

or
Al pyaw s sy v e ey (1 + yz+2ik»v)

o J(R,v) =

There are some interesting implications of these results. For the spatially averaged
excited-state population, denoted by (Q<222)(v)), the last two terms vanish, and
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we find

2) _ QRy/v)bal? 2y /72) lxal?
<Q22(V)> = 2 2
Y2+ (8 +k-v) v+ (8 —k-v)

Q2y/v2) lx1?

~ Ymlialt 7.31
Y2+ +k-v)? ( )

with the second line of the equation valid when |x1| > |x2|. To understand the
manner in which the fields modify the atomic state populations, it is convenient to
introduce the spatially averaged, excited-state population density (in velocity space)

defined by
Raslv) = [ dRRaa(R.v) = Wotw) (5. (7.32)

At low pressures and ambient vapor cell temperatures, one encounters situations
in which

18],y < ku, (7.33)

where u is the most probable atomic speed. Condition (7.33) is referred to as the
Doppler limit, since the Doppler width provides the dominant contribution to the
linear absorption line width. In the Doppler limit, there is maximum excitation of
spatially averaged state 2 population when k - v =—§, since only those atoms having
k- v = — § are resonant with the field. In figure 7.2, we plot the spatially averaged,
ground-state velocity distribution

Ruy(v) = Wov) |1 = ()] (7.34)

as a function k - v. One sees that there is a “hole” of width 2y “burned” in
the ground-state population density centered at k - v = —§. This corresponds
to the famous hole-burning model introduced by Bennett [2] in the late 1960s.
Whenever a quasi-monochromatic field interacts with an ensemble of atoms having a
broad (compared with the natural width), inhomogeneous distribution of transition
frequencies, hole burning can occur. In solids, there is often a large inhomogeneous
width introduced by strain in the medium; as such, hole burning occurs in solids as
well as thermal vapors.

The last two terms in equation (7.30) correspond to a stationary grating created
by the pump and probe fields that contributes mainly in the region about k - v = 0.
As you will see, this term contributes negligibly in the Doppler limit, but would
contribute, for example, if § > ku. It will prove instructive to write the grating
term as

X]* Xze—Zxk»R

2r
[y +i(8—k-v)][y—i(s+k-v)] (1 + y272ik~v)

X;XIeltk-R

2r
+[V+i(8+k-v)][y7i(87k-v)] (1 + yz+2ik-v)

= |G(R, v)|cos(2k - R + @15 + £), (7.35)
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2y

f~——1.67ku—>-

_é 0 k-v

Figure 7.2. Ground-state population density R (v) as a function of k- v. A hole is “burned”
fork.-v=-34.

where

— X1X2 2r
GRVI _2’[)/+i(8+k-v)] [y —i(§ —k-v)] (1 * y2+2ik-v) > (7.36)

1 2T
sZAIg{[V BRI =i =k V)] (” y2+z,-k.v)}’ (7:37)

and ¢1, is the relative phase of fields 1 and 2 appearing in equation (7.2). In this
form, one can see that the atomic population grating is shifted by & from the
standing-wave field intensity given in equation (7.2). By writing Maxwell’s equations
for the amplitudes of the two traveling wave components of the standing-wave field,
one can show that, provided that & # 0, this phase shift can result in energy exchange
between the two fields.

7.3.2 Probe Field Absorption

We now calculate the linear probe field absorption (remember that actually we are
calculating the loss in the probe field intensity that results from scattering by the
medium), including modifications to the absorption that are of second order in the
pump field amplitude. As earlier, we write

ohL (R, v, 1) ~ ol "(R, v, 2) + 0ol (R, v, 1) (7.38)

and look for the contributions that are first order in the probe field Rabi frequency
x;. The 015" (R, v, ) term represents the linear response of the medium to the probe

field, while the Q{(;)(R, v, t) term gives the modified response resulting from the
saturating effects of the pump field. From equations (7.7), (7.8), (7.14), (7.27), and
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(7.28), we find

012(R, v, 1) = 01,(R, v, )&’

k-R ) 2 1
1 e
B Pt 2
—i(6—k-v) 2 2+ (8 +k- v)

— (0 — 1 (1 g >}}
[y —i( —k-v)][y +i(6 +k-v)] vy +2ik - v ’
(7.39)

where the contributions (i, v,o)= (1,1, 2), (2,1, 1) have been used in calculating
the third-order contribution, since these lead to a response at the probe field
frequency that is linear in x3.

We are now able to calculate the probe field absorption using equation (7.39)
and the Maxwell-Bloch equations. Let us take k along the Z axis. The steady-state
Maxwell-Bloch equation (6.25) for the probe field amplitude is given by

0F»(Z INE (s B
A2 ARG, (), (7.40)
&0

where
(@1(2)) = (65(2)) + (25(2)). (7.41)

and, from equations (6.18) and (7.39),

50\ = [T gy ix2(Z) Wolve)
(as(2)) = /,oo e ko)’ (7.42)
and
i x2(Z) Wo(vy) 1
< Nz |X1| / dv, i — ko) 5 b5 o)
ix2(Z) Wo(vy)
+2hal / dv: +z(8—kvz)
or
Tt kvzn [ —i(o + kv)] (1 v zikvz)’ (7.43)
with
1 2 2
Wo(vz) =ﬁue—”z/“ : (7.44)

The minus sign appears in equation (7.40) since the probe field propagates in the —2
direction. We concentrate only on the nonlinear, third-order contribution, which
depends on the presence of field 1. This term can be isolated by modulating field 1
and detecting the contribution to field 2’s absorption that is modulated.
Keeping only the third-order contribution (7.43) in equation (7.40), we find
0E2(Z) o a12

57 —sz(ZH-sz(Z) (7.45)
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where
Wo(vz)
=2 2/d X ’ 746
a aoy X1l Ty 4106 — kvl [y2 + (6 + kvo)?] e
. . | | / Wo(vz)
12 = —ay2lxi Y +i(8 — kv,)

2r
1+ : ) , (7.47)
Ty i - kvz)] [y —i(6 + kv,)] ( 2 — 2ikv,
and definition (4.23) for g has been used. There are two contributions to dE; /3 Z.
The first is the saturation term and the second is the grating or back-scattering term.

7.3.2.1 Saturation term

The integral in equation (7.46) can be expressed exactly in terms of plasma
dispersion functions if the integrand is written in terms of partial fractions. In
the Doppler limit defined by equation (7.33), an approximate expression can be
obtained if the Gaussian is evaluated at v, = §/k. In that case, we evaluate the
integral using contour integration to arrive at

«/_V 82/ 2P |X1|2

Reo. ~ —
ST T y2 1ot

(7.48)

Since Rea; is negative, this term corresponds to reduced absorption as the probe
propagates in the —Z direction. This nonlinear absorption profile is a Lorentzian
centered at § = 0 having width (FWHM) 2y—the Doppler width is gone! This
contribution has a simple physical interpretation. The pump field excites only those
atoms having |kv, +38| < y or |v, +8/k| < y/k. The second field interacts with
these atoms only if |kv, 4+ 8| < y, or [28] < 2y. Therefore, only if |§| < y is there a
contribution from the saturation term.

If this term is combined with the linear absorption term, obtained from equa-
tions (7.42) and (7.40) as

1 _ & o d ‘X/O(Uz) 7.49
: “02/40 Y TG~ kv)’ 74

one gets a net absorption coefficient in the Doppler limit that is given by

x/_)’ —82/k2u? Y2 {1 _ Ix11* 2y /v2)

Re (« 1)+ot5)—a0 5 1152

(7.50)
This absorption coefficient is plotted in figure 7.3 as a function of §. (Recall that the
pump and probe fields have the same frequency, so as § is varied, both the pump
and probe field frequencies are changing.)

One sees a dip in the center of the profile having width 2y, which is often referred
to as a Lamb dip, after Willis Lamb, who predicted a similar dip in laser power as
a function of cavity detuning in his theory of a gas laser [3]. This dip has important
experimental consequences. It can be used to lock laser fields or resonant cavities to
a specific atomic frequency. If we keep the laser or cavity frequency at the center of
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Absorption coefficient
(arb. units)

0 8

Figure 7.3. Absorption coefficient (in arbitrary units) as a function of detuning in saturated
absorption.

the absorption profile, we can be certain that the frequency is locked to the atomic
transition frequency.

7.3.2.2 Back-scattering term

In the Doppler limit, the back-scattering term a4 given by equation (7.47) vanishes,
since all the poles in the contour integration are in the same half plane. The grating
term is unimportant, since the atoms move several wavelengths in their excited-
state lifetime; as such, the contribution from the grating term is “washed out” on
integrating over velocities.

On the other hand, for detunings |§| > ku, the grating term cannot be neglected.
If |8] > ku, all the atoms are off resonance, and the relative contributions of the
saturation and grating terms are comparable.

7.4 Saturation Spectroscopy in Inhomogeneously
Broadened Solids

We have already alluded to the fact that saturation spectroscopy can be used
to probe solids as well as thermal vapors. Optical transitions in solids are often
characterized by large inhomogeneous widths resulting from interactions between
the host medium and the atoms in the medium that interact with the optical fields.
Of course, the atoms are not in motion in a solid, but owing to the inhomogeneous
width, the same principles of hole burning and saturation spectroscopy that we
encountered for vapors applies equally well.

In other words, the transition frequency wy is different for atoms located at
different positions in a solid. We assume that there is some average transition
frequency @y and that the distribution W¢(A) of displacements A about this average
frequency is given by

1

(Ao 2
= 7wt (A/ou) (7.51)

Wy ()
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where o, characterizes the width of the inhomogeneous distribution. In some sense,
the distribution of detunings §(A) replaces the Doppler distribution that is relevant
for vapors. In terms of the transition frequency wp and an applied field frequency w,

S(A)=wy)—w =25+ A, (7.52)
where
So =) —w, A=wy— @. (7.53)
As a consequence, equation (7.14) is replaced by

N
13 , R,
Q1(2)(R, A, t) = —2i Z X;XvX:(? ilks-R45,1]
wv,o=1

1 ar
T+ ———, (7.54
Iy —is()] [y —i8,(8)] [y +i8u(A)] ( " Y2 — i%) 754

where
(Sﬂ(A):a)o—a)M:d)o—a)ﬂﬁ'A, (755)
8;4\) =W, — Wy, (756)
8s(A) =8, (A) = 6,(A) + 65 (A). (7.57)

There are a few fundamental differences between equations (7.14) and (7.54).
In solids, the directions of the incident fields are irrelevant, since there is no
Doppler effect. As a consequence, there is no washing out of the grating term for
counterpropagating fields; the grating and absorption terms contribute on equal
footing, regardless of the directions of the fields. The last factor in equation (7.54)
depends only on the field frequencies and not on the atomic frequencies. As
a consequence, this “collision”-induced resonance! cannot vanish as a result of
averaging over the inhomogeneous distribution of transition frequencies as it does
for a thermal vapor and counterpropagating fields [4].

Moreover, it is no longer possible to get a narrow line shape using pump
and probe fields having the same frequency. In the case of a thermal vapor with
counterpropagating fields, each moving atom is exposed to two field frequencies,
owing to the Doppler effect. Saturation spectroscopy relied on the fact that both
fields were resonant only for atoms having |k - v| < y—in other words, only those
atoms in a narrow frequency range interact with both fields. In solids, since there
is no Doppler effect, atoms over the entire inhomogeneous width interact with
both fields if they have the same frequency. To obtain a narrow, homogeneously
broadened line, one must fix the pump field frequency and vary the probe field
frequency. As the probe frequency is tuned, atoms are brought into resonance
with both fields only when the probe frequency equals the pump frequency. In this
manner, one recovers all the features of saturation spectroscopy.

1 Collisions per se are absent in a solid, but a nonvanishing I' can result from dephasing processes
produced by the host medium.
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7.5 Summary

Several important concepts were introduced in this chapter. We have seen that it can
be advantageous to use one field to “pump” or prepare atoms and a second field to
probe these atoms. The pump field can modify the velocity distribution associated
with atomic state populations. In saturation spectroscopy, the pump field excites
a narrow velocity class of excited atoms that are probed by a second field. As a
consequence, it is possible to eliminate the Doppler width in the probe absorption
spectrum by using only these selected atoms. The term saturation spectroscopy can
be somewhat misleading. We have seen that there is another physical process that
enters when one drives atomic ensembles with two or more fields. The fields can
create population gratings off which any of the fields can scatter. This coherent
scattering process can lead to four-wave mixing signals and the coherent exchange
of energy between the fields. In the next chapter, we turn our attention to three-level
atoms to explore new types of phenomena that can arise in such systems.

7.6 Appendix A: Saturation Spectroscopy—Stationary
Atoms in One Strong and One Weak Field

Consider a pump—probe experiment in which two fields drive two-level transitions in
an ensemble of stationary atoms. The field frequencies are w; = w and w, = w + A.
We want to calculate the probe field (field 2) absorption to all orders in the
pump field (field 1) intensity. The probe field absorption spectrum exhibits many
interesting features not found in the perturbative solution that was considered
earlier. You are asked to explore some of these features in the problems. In this
appendix, we simply outline the approach needed to solve this problem.

Since the first field is strong, it makes sense to work in the field interaction
representation for the first field. In the rotating-wave approximation (RWA), the
equations to be solved are

a0 . o ey~
2 = —ixiQen — 1) - ixieM2en — 1)~ (y —is)En.  (7.583)
0022 . .. - ok iAtx S —iAtx
oy = X0 —ixi0n +ixye' 021 —ix2e”' " 012 — V2022, (7.58b)
021 = [012]", (7.58¢)
o011 =1— 02, (7.58d)
A= w) — w1 = 51 — 52, (7.586)

where any spatial phase factors can be included in the x’s. We seek a steady-state
solution (i.e., a solution once all transients have died away) that is first order in x»
but all orders in x;. We have already obtained the solution that is zeroth order in x»
[see equation (4.11)], for which density matrix elements are denoted by @f?).

We try a solution

~ ~(0 ~(1
oij = 0} + 8}, (7.59)
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where é},l-) is first order in x» or xj, substitute the trial solution in the original
differential equations, and keep only terms linear in the probe field amplitude to
obtain

~(1)
20 . 0 . e 0 oy <01
S = iy —ixie™ 208 - 1) - (v —isn) 215, (7.60a)
(1)
do el .o . it~ (0 . _iAt~(0 1
i = iX{Es — il +ix3e ey —ixaeMEl — vk (7.60D)
021 = [012]", (7.60c)
1 1
ol = —ob. (7.60d)

To solve these equations, we guess a solution of the form

01y = an + b + e, (7.61a)

0% = an + bpne'™ + cppe N, (7.61b)

substitute it into the differential equations, and equate constant coefficients and
coefficients of e*'2! to obtain

Y2a22 —ixiay; +ixiaa =0, (7.62a)

(y —id1)arn + 2ix{axn =0, (7.62b)

(y2 +iA) byy — ixich, +ixibi = ix3ol, (7.62¢)
[y +i(A = 81)]bia + 2ixibo = —ix3 [208) —1], (7.62d)
[y +i(A +81)] ¢l — 2ix1c0 = 0. (7.62¢)

Before solving these equations, it is useful to note that

1 ) . » .
Q(12) _ Q(lz)ezwlt — (a12 + blzezAt + cppe zAt) elent

— alzeiwlt +blzeiwzt +612€i(2w1_w2)t. (763)

Thus, the a1, term is a modification of the pump field, the by, term gives the probe
field absorption, which is what is being sought here, and the ¢y, term is a new field
generated via four-wave mixing.

It is simple to solve equations (7.62) analytically on your own or using a
computer. By either method, one obtains a;; = a1, = 0 and

b1 = (7.64)

—ix3 NO) 21512 or
G - ;ml <1+>}
Mz Wiz (1 + B) )
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where
p2 =y +iA, (7.65a)
R =y +iA, (7.65b)
P =y —id =y +i(A—26), (7.65¢)
iy =y +i(A+81), (7.65d)
uly =y +is, (7.65¢)
4 2
p = Al (7.65f)
K1y Mqp 42
-1
Hy /v2)lxal?
o _ [ 0_ o] __ Ay /r)lal®
N = [0 - ol [1 Myl B (7.658)

Although this is a complicated expression, it is easy to program on a computer.
The probe absorption is proportional to Im(b12/x5). When 8 = 0 and [x1] > y,
the pump field almost totally bleaches the medium, and there is very little probe
absorption or gain, but owing to interesting interference phenomena, there can be
either absorption or gain for the probe field, depending on the value of A. For
I81] > ¥, |x1l, there are resonances at A = 0, +8;. The resonance at A = —§;
(2wy — wy = wy) is a gain term that results, in lowest order, from the absorption of
two pump photons and the emission of one probe photon. There is a dispersion-like
resonance centered at A = 0 that is a little more difficult to explain [5].

Although the probe absorption has been calculated for stationary atoms, it is
relatively simple to generalize equation (7.64) to the case of a thermal vapor excited
by these fields. One need make only the replacements

A— A—ky v,
3j — A+k7'~V (7.66)

in equations (7.65). The velocity integration in this case must be carried out
numerically.

7.7 Appendix B: Four-Wave Mixing

Let us consider three fields incident on a vapor, as shown in figure 7.4. Equa-
tion (7.14) gives the coherence Q]I(23)(R, v, t) to third order in the applied fields. In
this section, we consider only two terms in the sum, those for which

ks =k; —k; + k. (7.67)

In terms of the summation indices in equation (7.14), this value of k, corresponds to
(i, v,0) =(1,3,2),(2, 3,1). For these terms, Qé(f)(R, v, t) is proportional to x1 x2x3.
This leads to a polarization contribution

P ~ 971 (R, v)e'ks Riost (7.68)

where ky = ki + k) — k3, o, = 01 + 0 — w;3.
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Figure 7.4. Field geometry for four-wave mixing.

Does this polarization give rise to a new field in the medium? To answer this
question, we return to the wave equation (6.21) but do not take k; = w;/c; however,

we still assume that |(k? — f—g)/ks A <« 1 to ensure that the SVAPA is valid. With this
assumption, equation (6.21) is replaced by

VENZ) i (@}
97z 2k \'° 2

> E.(2) = ik N 112 (@21(2))’ (7.69)

&0

where

8(2) = 2i / dvWo(v)x1( Z) (DX 2)
wn,v,0=(1,3,2),(2,3,1)

o 1
[y + i8] [y +i8,(0] [y —i8,(v)]
2T }
V2 + is,uv(")

X {1 + (7.70)
and Z is taken to be in the direction of k,. There can be some Z dependence in each
of the field amplitudes and Rabi frequencies, reflecting loss or gain for the fields as
they propagate in the medium.

If ks # ws/c, E<(Z) oscillates as a function of Z. If we write

1 a)sz
Tk <k§ — C2> = Ak, (7.71)

the field does not build up if Ak L > 1, where L is the length of the sample. Thus,
one must try to adjust things so that k; = w,/c. This is called phase matching.
Phase matching can be achieved in some cases by using the dispersive properties
of the index of refraction. One set of conditions that guarantees phase matching is
w1 = wy = w3, ki = —ky, and k3 = k;. In this case, k; = —k3 and w; = w3, so
that the new field propagates in a direction opposite to field 3. This is called a phase
conjugate geometry, since the generated wave varies as x;. If we send a probe x3
into the medium, the four-wave mixing signal is generated in the —k3 direction and
“undoes” any phase distortion produced on the x3 field by the medium! The classic
demonstration of phase-conjugate four-wave mixing involves sending a probe signal
through frosted glass and having the phase conjugate signal return through the glass,
producing an undistorted replica of the input probe [6]. More practical applications
could involve the removal of phase distortions of the atmosphere when a laser probe
field is used to monitor pollutants. Phase conjugate mirrors also can be formed using
counterpropagating pump beams. A probe beam incident perpendicular to these
beams will be reflected in a distortionless manner; moreover, you can never “burn”
such a mirror and can even have gain on the reflected beam!
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If fields 1 and 2 are strong, and if depletion of the pump fields can be neglected,
then the coupled equations for the probe and signal field are of the form

BE;éZ) — BE(Z) — 0[(31>E3(Z), (7.72b)

where A and B are proportional to the pump field intensity, and we have added
in terms representing the linear absorption of these fields. These equations can be
solved, subject to the conditions E3(Z = 0) = constant and E{(Z = L) = 0 (see
reference [7]).

Last, we note that the two contributions in the sum in equation (7.70) can be
given a simple physical interpretation. The term with (i, v,0) = (1, 3,2) corres-
ponds to fields 1 and 3, forming a grating off which field 2 scatters in the k
direction, while the term with (u, v, o) = (1, 3, 2) corresponds to fields 2 and 3,
forming a grating off which field 1 scatters in the k, direction. In the limit that ky
and k3 subtend a small angle, both terms (u, v, o) = (1, 3, 2), (2, 3, 1) contribute for
stationary atoms or for § > ku, since the velocity average is unimportant in these
limits. On the other hand, if one is in the Doppler limit, only the “forward grating,”
(u,v,0) = (1, 3,2), is nonvanishing when the velocity average is taken.

Problems

1. Kerr effect. Extend the calculation of linear absorption for stationary atoms
given in the text to include the lowest order nonlinear corrections to the
polarization—that is, include terms in the polarization up to order x3.
Calculate the index of refraction to order x2, and show that if the incident
beam has a Gaussian transverse profile, it is possible for the medium to focus
the laser field. This is referred to as self-focusing and occurs if the index effect
is sufficiently large to overcome diffraction effects.

2. Derive equations (7.10) and (7.14).

3. Consider a pump-probe experiment in which two fields drive a two-level
transition in an atomic beam. The propagation vectors of both fields are
perpendicular to the beam such that ky - v = k; - v = 0. The field frequencies
are w1 = w and wy = w + A, and the detuning of the first field is §; = wy — wy.
Calculate the steady-state value (steady state means that all transients have
died away) of 01 to order |x1]?x3. Consider the limit in which [8;] > y. To
this order in |X1|2X§, 012 varies as 012 exp[—iks - R + iw,t]. Show that there
is a dispersive-like structure in the probe absorption spectrum [proportional
to Im(312/x;)] centered at A = 0 and that the linear absorption resonance at
8, = 0 (A = —4y) is slightly pulled toward A = 0. Moreover, show that if y =
¥2/2 (as it would if the only relaxation was produced by spontaneous decay),
the dispersion-like resonance vanishes. The appearance of the resonance at
A = 0 when collisions are present (so that y, # 2y) has been referred to as
pressure-induced extra resonances (see reference [1]).

4-5. Now repeat the calculation of problem 3 to all orders in x; and to first order
in x;. To do this, expand each density matrix element as 9;; = é}?) + él(«}),
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where @1(;)) is zeroth order in xJ, and éf«}) is first order in yj;—that is, derive
equation (7.64). Plot Im(b12/x3) as a function of A for § = 0, [x1| > ¥
and for |81 > v, |x1l|. In the latter case, show that there are resonances at
A = 0, £8;. The absorption at A = —§; and gain at A = §; can be explained
easily in terms of semiclassical dressed states if you care to try.

. Consider two counterpropagating fields incident on a vapor. Take both

fields polarized in the x direction so that the total field component in this
direction is

E = E, cos(kZ — wt) + E_ cos(kZ + wt), E. real.

Show that the time-averaged intensity of this field has a spatially varying part
that varies as E; E_ cos(2kZ). These fields interact with an ensemble of two-
level atoms. To second order in the field amplitudes, show that the population
difference 03> — 011 has a spatially varying part that can be written as
Acos(2kZ+ &), where A and & are real. Calculate A and £ as a function of kv,,
and show that this spatial grating is phase shifted from the incident spatial
variation of the field intensity by an amount & that depends on the atomic
velocity.

. For the field of problem 6, the population difference N = 025 — 011 can be

expanded as N= 02— 011 = > e, Nyexp(2inkZ), where N, = N*,. Derive
coupled Maxwell-Bloch equations for the field amplitudes E., and show that
they depend only on Ny and Nii. Writing N = Ae!¢+%)| where A and & are
real and ¢ = Arg(xy) — Arg(x_), determine the conditions on & and § for
there to be an amplification of field E, at the expense of E_. (Assume that
|8] > kv, y throughout this problem.) To second order in the field amplitudes,
show that there can be gain for one of the fields if y # /2, but not if
y = y,/2. Using this result, prove that the atoms are cooled for § < 0 as a
result of the back-scattering of the fields if y # y,/2.

. Suppose that you have a ground-state density of stationary atoms given by

011(Z) = cos*(kZ) in a sample of length L. A plane wave is incident in the
positive Z direction. Show that there is a propagating wave that is generated
in the sample that is directed in the —Z direction. (Hint: Use the Maxwell-
Bloch equations.) Neglecting absorption, calculate the amplitude of the wave
that exits the entrance face of the sample, assuming that the density in the
sample is equal to V.

Evaluate the integrals (7.46) and (7.47) exactly in terms of the plasma
dispersion or complex error function. By evaluating these expressions, show
that in the Doppler limit (7.33), the results agree with those derived in the
text. Neglect collisions in the grating term.

In the Doppler limit, calculate the contribution to the probe absorption signal
that is first order in the pump field intensity and when the pump field has
frequency w and the probe field frequency is varied. Assume that the fields are
counterpropagating and that the grating term still vanishes. Show that this con-
tribution to the absorption coefficient is a minimum (maximum negative ab-
sorption) when wy = 2wy — w1, but that the width of the resonance is 4y rather
than 2y, as we found in saturated absorption with a standing-wave field of a
given frequency. Interpret the result in terms of a simple hole-burning model.
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12. Repeat problem 11 for a solid. Take y = y,/2, and show that the grating
term is nonvanishing when an integral over the inhomogeneous frequency
distribution is taken. Moreover, show that the grating term can have a sign
opposite to that of the saturation term for some detunings.

13. Show that, in the Doppler limit, only one of the terms in equation (7.70)
contributes, and explain this result in terms of the gratings that are formed in
the medium. Assume that fields 1 and 3 are nearly copropagating. On the other
hand, show that for either stationary atoms, or for detunings much larger
than the Doppler widths, both terms in the sum contribute. Neglect collisions.
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Three-Level Atoms:

Applications to Nonlinear Spectroscopy—Open
Quantum Systems

We now broaden our horizons and add another level to our atom. As you will see,
even for the limited examples presented in this and the next chapter, the addition of a
third level opens new vistas. New and important atom—field dynamics appear when
a three-level atom interacts with two or more optical fields. Often, one field drives a
given transition in the atom to prepare or dress the atom, while a second field drives
a coupled transition to exploit the state of the atom that has been prepared by the
first field.

8.1 Hamiltonian for A, V, and Cascade Systems

The prototypical system consists of a three-level atom interacting with two traveling
wave fields. This system has received a great deal of attention in recent years, owing
to applications involving adiabatic transfer of population, lasing without inversion,
dark states, coherent population trapping, laser cooling, and slow light. The original
interest in such systems was for nonlinear spectroscopy—elimination of the Doppler
width [1,2].

There are, in effect, three types of three-level schemes, and these are shown in
figure 8.1. We refer to these level schemes as the cascade, V, and A configurations,
respectively. Two fields,

ER,?) =

N>

[E(R, 1)e!kR=en 4 F(R, t)*e—“k"‘—wﬂ , (8.1a)

N>

= N =

ER,t) = —¢ [E’(R, t)e' K R-e1 L E'(R, t)*e*“k“RW’”}, (8.1b)
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Figure 8.1. Three-level systems: cascade, V, and A. The quantities 8 and B’ are defined in
section 8.1.3.

are incident on an ensemble of such three-level atoms. As in the two-level case, the
complex field amplitudes E(R, #) and E'(R, t) vary slowly in space over a distance of
a wavelength and slowly in time over an optical period.

We assume that field E drives only the 1-2 transition and field E’ only the 2-3
transition. States 1 and 3 have the same parity, which is opposite to that of state 2.
The energy of level 2 is arbitrarily taken equal to zero in order to give the equations
for all the level configurations a similar structure.

The assumption that each field drives a single transition must be given some
justification. Clearly, if the 1-2 and 2-3 transition frequencies differ by an amount
that is much greater than all decay rates, detunings, and Rabi frequencies in the
problem, and if field E is nearly resonant with the 1-2 transition and E’ with 2-3
transition, then this approximation is valid. Alternatively, given the selection rules
for the transitions, it may be possible to choose the field polarizations to ensure that
each field drives a single transition. For example, in the A scheme, suppose that the
transition frequencies are identical, but that states 1 and 3 have | = 1,m = F1,
respectively, while state 2 has ] = 0. By choosing o circular polarization for field
E and o_ circular polarization for field E/, then field E drives only the 1-2 transition
and field E’ only the 2-3 transition.

As in the two-level case, let us consider first a stationary atom at position R
interacting with the two fields. It is assumed that the rotating-wave approximation
(RWA) is valid for both fields. However, the RWA brings in different terms for the
three systems, depending on whether levels 1 and 3 lie above or below level 2 in
energy. In all cases, the interaction Hamiltonian is

V(R,#) = - [E(R, ) + E'(R, 1)], (8.2)

and owing to the parity of the levels, Vi3 = V31 = Vi1 = V33 = V5 = 0.
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8.1.1 Cascade Configuration

In the Schrodinger, interaction, and field interaction representations, for the cascade-
level configuration, we set

|W(2)) = aq(t)|1) + a2(2)12) + a3(t)|3)  Schrodinger, (8.3a)
W (1)) = c1(8)e’ 1) + ca()|2) + c3(t)e**!|3)  interaction, (8.3b)
|W(2)) = ¢1(8)e' 1) + & (2)|12) + &3(¢)e@*3)  field interaction,  (8.3¢)

where

E,—E E
wyy = % = —?1 >0, (8.4a)
Es—E, E;

= (8.4b)

w32 =
We could also modify the field interaction representation to include the phases of
the applied fields, if that proves to be convenient. Moreover, one can introduce
semiclassical dressed states, but they are rather complicated except in the case that
the detunings for both fields are equal in magnitude but opposite in sign [3]. We
discuss three-level dressed states in the context of dark states and adiabatic following
in chapter 9.

Since each field drives a single transition, it is most convenient to work in the field
interaction representation. For the interaction potential (8.2) and the fields (8.1),
it follows from Schrodinger equation with the state vector (8.3c) that the state
amplitudes evolve as

dc -
ihd—j ) (8.5)
where
i —8.  xre kR 0
HC —h XceikR 0 X/*efik’-R (8 6)
0 XC/eik’R s

R - €E(R,?)

Xe=——"op > (8.7a)
/ p3 € E'R,2)

= 8.7b

§, = wy — w, (8.8a)

5; = w3 — a)’, (88b)

and the ¢ subscript stands for cascade. Although not indicated explicitly, the Rabi
frequencies can be slowly varying functions of space and time. In component form,
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equation (8.5) is

&y =i8.81 —iyle v RE, (8.9a)
&y = —ixe™Re —ixre N R, (8.9b)
&3 = —i8.e3 — ixle® Re,. (8.9¢)

8.1.2 V and A Configurations

In a similar manner, for the V and A configurations, we write
[W(2)) = ci(t)e " 21) + c2(2)]2) + c3(¢)e*®*?*|3) interaction, (8.10a)
|W(8)) = E1(t)e " |1) + E(1)[2) + &(t)e**|3) field interaction, (8.10b)
and
[W(2)) = c1(t)e’ 1) + c2(£)[2) + c3(¢)e**|3) interaction, (8.11a)
|W(2)) = &1(2)e’™|1) 4 &2(2)|2) + &3(2)e’?|3) field interaction,  (8.11b)

respectively.
In the field interaction representation, the corresponding Hamiltonians for the V
and A configurations are

Sy Xveik-R 0

Hy=7nxpe™ 0 xpe ™R |, (8.12a)
0 xR g

i =85 xxe ™R 0

H), =h (XAeik'R 0 X/’\eik,'R> , (8.12b)
0 e R g

respectively, where
M1y €ER,?)

Xy =— o ) (8.13a)
 uy-@ER 1)

Xy == (8.13b)
- €ER, 1)

Xp = - S : (8.13¢)
-€'E'R, ¢t

w=-tm ol GZh( ) (8.13d)

and

dy = w1y — o, (8.14a)

5/‘/ = w32 — a)/, (814b)

dr = w21 — o, (8.14c¢)

8;\ = w23 — a)/. (814d)
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8.1.3 All Configurations

It is possible to treat all level configurations with a single notation by defining

_”’21 . QE(R, t)

Xﬂ = T for ,3 = 1, (8153)
_ My - éE(R, t) * _
Xp = [ o for g = —1, (8.15b)
-€'E'R,t
Xy = —%h(’) for p' =1, (8.15¢)
o[ s €ER ] r_
Xg = [ 7 for B/ = —1, (8.15d)
and
g =wy—w forp=1, (8.16a)
(3/3 = w12 — W for ,3 = —1, (816b)
8;;, = w32 — o' for ,3/ = 1, (816(:)
8y = w3 — ' for p'=—1, (8.16d)
where the B’s correspond to the different configurations as follows:
B=p =1 cascade, (8.17a)
p=-1. p=1 1V, (8.17b)
=1, f=-1 A. (8.17¢)
For example, the Hamiltonian is now given by
_,385 Xge—ik-R 0
H=n|xze*® 0 ype™®], (8.18)

0 X}g,e"k/‘R ,3’8/’3,

valid for any configuration.

8.2 Density Matrix Equations in the Field Interaction
Representation

As in the two-level problem, we can introduce atomic motion in a simple fashion if
this motion is treated classically. Setting

012(R, v, 1) = 55 (R, v, ) PlR-er) (8.19a)

023(R, v, 1) = 0,3(R, v, ) F K R=01) (8.19b)
013(R, v, 1) = 815(R, v, t)e PleR-wn—if kK R-a't) (8.19¢)
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using the Hamiltonian (8.18), and adding in relaxation terms, we obtain the
following density matrix equations:

aag% +v-Vou = —ixs0y +iXpl12 — v1011 + ¥21022, (8.20a)
82)% +v-Vou =ixg0y —ixp0iy — iX;:@g + ’.Xé/ém

~¥2022 + v1.2011 + 732033, (8.20b)
82)% +v- Vo33 =ixg0s —ixXp3 — ¥3033 + V23022, (8.20¢)
837;2 +v- Vo, = —ixg (02 — o) +ixy0is

— [r2 —iB8s(v)] 812, (8.20d)
857;3 +v-Vo3 = —iX;@B + ’.X;@u

—{vis =i [B8s(v) + B'8(v)] } 813, (8.20¢)
8;?% + vV Vdy3 = —ixg (033 — 022) —ixp013

= [r23 = iB85 (V)] 823, (8.20f)

&ij = (@) (8.20g)

where it is understood that the Rabi frequencies can be slowly varying functions of
space and time. The detunings appearing in these equations are defined as

85(v) = 85 + Pk - v, (8.21a)
8y (v) = 8 + BK -, (8.21b)
and the decay rates as
yiz = +72)/2+ T2, (8.22a)
v23 = (y2 +¥3)/2 + T3, (8.22b)
v1i3 = (y1 +¥3)/2+ T3, (8.22¢)

where the Tj; are collisional dephasing rates associated with the 7/ transition. The
decay rate y; ; appearing in equations (8.20) is the partial spontaneous decay rate
from level i to j (not to be confused with the dephasing rates y;;). It is important
to remember that some of the y;;’s and y;’s vanish in certain configurations—
namely,

i=%3=v.2=0, y»1=v, y2=y3 cascade, (8.23a)
n=v3=%1=0, via=v, via=y: V, (8.23b)
n=v=v:2=v2=0, nitri=r A (8.23¢)

In all cases, total population is conserved,

o011 +02 +o033=1 (8.24)
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It might seem that the collision rates, I'1, 23, and Ty3, are independent
parameters, but this is 7ot the case. In fact, putting in arbitrary values for these
parameters can lead to negative populations [4]! The interdependence of the collision
rates can be seen using a simple example. If the collisional interaction is the same for
levels 2 and 3, then '3 = 0 and I'y3 = Iy, since the collision-induced phase shifts
are identical for the state amplitudes 2 and 3.

8.3 Steady-State Solutions—Nonlinear Spectroscopy

Equations (8.20) must be solved numerically when the Rabi frequencies are
functions of time. In the case of constant Rabi frequencies, however, one can solve
these equations in steady state by setting the entire left-hand side of the equations
equal to zero. One is faced with solving eight linear equations for the density matrix
elements since one of the populations can be eliminated using condition (8.24).
Symbolic computer programs such as Mathematica have no problem in obtaining
analytic expressions for the steady-state density matrix elements, but they are too
lengthy to display here. Moreover, any averaging over the velocity distribution must
still be carried out numerically.

Once solutions are obtained, the field absorption coefficients can be obtained
from the steady-state solutions of the Maxwell-Bloch equations (6.25), assuming
that both fields propagate parallel to the Z axis. In that case, for fields propagating
in the z direction, one finds

DE(Z) _ iNkira

0Z = s (021(Z)) cascade, A, (8.25a)
DE(Z) _ iNkua
0Z = s (012(2)) 'V, (8.25b)

for field E with p;; = p;; - €, and
OE'(Z)  iNkuos

0Z = & (032(Z)) cascade, V, (8.26a)
VE(2Z)  iNkus
3z e, enlZ) A (8.26b)

for field E” with p;; = p,; - €. For fields propagating in the —Z direction, the signs
in these equations should be changed. We will refer to field E as the pump field and
field E’ as the probe field, although we have not yet imposed any restrictions on the
strengths of these fields.

In this section, we calculate the probe field E’ absorption coefficient for the
cascade configuration in lowest order perturbation theory. The probe field absorp-
tion coefficient is proportional to the imaginary part of 93,, which, in turn, is
proportional to @33 in steady state [see equation (8.20c)]. We leave the case of the
V and A configurations to the problems, although the A configuration is discussed
in some detail in chapter 9. Both fields propagate parallel to the Z axis, but the
fields can be co- or counterpropagating. As you will see, the resulting excitation
probability offers a new nonlinear spectroscopic tool for obtaining Doppler-free
spectra in vapors.
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Figure 8.2. Schematic representation of the stepwise and two-quantum perturbative chains
that lead to 033.

The starting point of the calculation is the zeroth-order solution, with 11 = 1 and
all other density matrix elements equal to zero. We need to calculate 33 to order
lxx'|?. As in the case of a two-level atom driven by two fields, we can represent
the perturbation chains leading to o33 using the “time-ordered” diagrams shown
in figure 8.2. There are two-classes of chains that are discussed in the following,
step-wise and fwo-quantum. Any single chain involves a sequence of calculations
using the steady-state solutions of equations (8.20). For example, the top-left chain
in figure 8.2, 011 — 021 — 022 — 032 — 033, involves starting with o1 = 1,
calculating

. —ix
= 8.27
Ty +is(v) (8:27)
from (the complex conjugate of) equation (8.20d),
ix*6n 1 Ix)?
_ —.{} 8.28
e 72 Y2 Y12 +18(v) (8:28)
from equation (8.20b),
i —ix' 1 =iy |x1?
=————00n=— . - 8.29
O i) T v 18V yia +i8(v) (8:29)
from (the complex conjugate of) equation (8.20f), and last,
iv*o 1 2 | |2
035 = X703 _ Ix'l X (8.30)

V3 V3V2 Y23 + 18 (V) yi2 +18(v)
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from equation (8.20c). In these expressions,

wo - €ERE)  ,  py-€E(R 1)
e ——— - — . 1
be o .X o . (8.31a)

S(v)=wy1 —w+k-v, §V)=w3yp —o +k -v. (8.31b)

Other chains are calculated in a similar manner. In fact, it is easy to establish “rules”
for calculating the contributions from these chains, if one wants. Note that the
populations g3, and 33 appearing in equations (8.28) and (8.30), respectively, are
not real—they represent the partial contributions to these populations from this
specific chain. Of course, when one sums the contributions from all the step-wise
chains, 07, and ¢33 will be real and positive.

The step-wise (SW) contribution involves the sequential or step-wise absorption
of each field by the atoms and is characterized by the presence of the intermediate-
state population 07;. Summing up the contributions from the four chains

011 — 021 —> 022 —> 032 —> 033,
011 — 012 — 022 — 023 — 033,
011 — 021 — Q22 —> Q23 — 033,

Q11 = Q12 = 022 —> 032 — 033, (8.32)

of the stepwise contribution represented in figure 8.2, we find

* 1%

) ) A )
Tyt i8(v) y2 ya3 +i8(V) v
ix*  —ix —ix' ix
vi2 —i8(v) va y23 +i8(v) v3
AP Y12 Y23
oy vh Bk v yE (8 kv

o3 (v) +c.c.

%

+ c.c.

(8.33)

As might have been expected, this contribution is just the product of the Lorentzian
absorption profile of each field acting on its respective transition. The first two lines
of equation (8.33) are written in a manner that illustrates how figure 8.2 can be used
to write the perturbative result by application of some simple rules.

The two-quantum (TQ) chains do #o¢ involve the intermediate-state population;
rather, the coherence p31 or 13 appears in these chains. We refer to these as
two-quantum chains since they are closely related to the type of contribution
one encounters in two-photon transitions (see section 8.4); moreover, this chain
is nonvanishing only if both fields are present simultaneously. Of course, we
have assumed both fields to be present simultaneously, but had we used spatially
separated pulsed fields, the two-quantum contribution would vanish, whereas the
step-wise terms could contribute.

The left-hand diagram of the two-quantum chain, 011 — 021 — 031 —> 032 —
033, can be evaluated by starting with o1 = 1, calculating

_jX

= T (8.34)

021
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from (the complex conjugate of) equation (8.20d),

- —1x'01
- : 8.35
031 = T + ] (8:33)
from (the complex conjugate) of equation (8.20e),
. ix*
= (8.36)
Q32 Vs + 18/(V)Q31
from (the complex conjugate of) equation (8.20f), and last,
ix"*o
03 = X932 (8.37)
V3
from equation (8.20c¢).
Summing the two chains
Q11 — 021 — 031 — 032 — 033,
011 —> 012 — 013 —> 023 —> 033, (8.38)
of the two-quantum contribution shown in figure 8.2, we obtain
TQ(V) — _ZX _ZX/
O3 is(V) i3 + 7 [5(v) + 5'(V)]
X L/ ZX + C.C.,
Y23 +18'(v) 3
_ lxxP? 1 1
yi yi2t+il+k-v)y+i(d+k-v)
1
+ c.c. (8.39)

il 40+ (k+K)-v]

If we look at equations (8.33) and (8.39), it would appear that, for fixed §, there
are resonances when 8’ = 0 or § + 8’ = 0 (for v = 0). However, if all the collision
rates vanish, we can combine terms to obtain

033(v) = 0¥ (v) + 035%(v)

72
= xx] . (8.40)
(127212 + (6 + K92 {(3/202 + 15+ 8 + (k+K) - VI’
The resonance at 8 = 0 has vanished! There is a simple physical interpretation

of this result. In lowest order perturbation theory, the transition from state 1 to
3 is really a two-photon process, provided that there are no collisions or other
mechanism to give energy to or take energy from the system. As such, the width
associated with this transition depends only on the widths of the initial and final
states, and not on the width of the intermediate-state 2.

To get the line shape

- / dvoss(v) Wo(v) (8.41)
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as a function of §' for fixed §, we look at the case
k=*Fkz, k' =nkiz, (8.42)

where n = 1 for copropagating fields and n = —1 for counterpropagating fields.
All the integrals contributing to the signal can be expressed in terms of plasma
dispersion functions [5], but we look at two limiting cases for which simplified
expressions can be obtained. We consider first the case of stationary atoms and
second the Doppler limit, |§], y12 < kus |8'|, y23 < Ru.

8.3.1 Stationary Atoms

In this case, we can combine equations (8.33) and (8.39), use equations (8.22), and
do a little algebra to obtain

I xx'F 1 2y13 2l 23
R U R R o I IR C i
12 _ 1 1
n Ixx'1” (13 + T2 = T23) [ o= e ‘ (8.43)
V3 J/]Zz + 82 + c.c.

We have allowed for collisions to occur even though we assume that the atoms are
stationary. In effect, instead of being applicable to a vapor, equation (8.43) more
realistically models atoms in a solid, where the I';;’s are dephasing rates produced
by the host medium. In the absence of dephasing, there is a single resonance centered
at 8 = —§. Dephasing introduces a new resonance centered at 8’ = 0 via the term
proportional to 2I'15/y, in equation (8.43)—in effect, the dephasing provides the
energy mismatch 78 between the incident field E frequency w and the 1-2 transition
frequency wy to allow for excitation of level 2. This term is also present for vapors
in the large detuning limit, |[§] > y12. The last term in equation (8.43) is small in
the vicinity of the resonances in the limit that |§] > y15. In the limit that |§] > y12,
the two-quantum and dephasing- or collision-induced resonances are resolved (see
figure 8.3) [6].

For this relatively simple system, we have a pretty interesting result. Dephasing
results in a redistribution of the probe absorption profile. The ratio of the amplitude
of the dephasing-induced and two-quantum components is (2I'12/y2) (Y13/23),
which grows with increasing dephasing.

8.3.2 Moving Atoms: Doppler Limit

In the Doppler limit,
18] < ku, 1y < ku, |8'| <kKu, y3<KFku, (8.44)

the various integrals can be evaluated using contour integration. The results depend
critically on whether the fields are co- or counterpropagating. It is assumed that the
velocity distribution is the Gaussian (4.41).
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Figure 8.3. Graph of the probe absorption profile as a function of probe detuning §'/y,. The
quantity plotted is 10%033(y3/x’)?, which is proportional to the probe absorption coefficient.
In this and other figures in this chapter, all frequencies are taken in units of y,; in other
words, we set y, = 1. In this figure, y3 = 1, § = 8, and x = 0.01. The solid curve represents
no dephasing, and the dashed curve represents dephasing with I';; = 1,53 = 0.5, 13 = 0.3.
There is an extra resonance in the presence of dephasing.

8.3.2.1 Stepwise contribution

The stepwise contribution, obtained using equation (8.33) is

SV _ 4xx'1* 1 /°° PR Y12 Y23
Vys NI ) [vh + (8 + kv.)?] [y5s3 + (8" + nkv,)?]
4 "2 ,—8%/kRu*
~ AElxx e zya N (8.45)
Y23 ku  y2 482
where

/
Ya = 723+ z)/u, (8.46a)

, K
8, =8 —n-6. (8.46Db)

k

There is a simple interpretation of this result. The first field excites atoms having
velocity |kv, + 38| < y12 or |v.+68/kl < y12/k. The second field is resonant if
|8’ + nk'v;| < y23. Substituting the value of v determined by the first field, we find
the resonance condition

. K

/

Syt EVlZ» (8.47)

in agreement with equations (8.45) and (8.46).
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8.3.2.2 Two-quantum contribution

For co-propagating waves, n = 1, the integral of the TQ term, equation (8.39), does
not contribute since all the poles are in the same half-plane. For counterpropagating

waves, n = —1, there is a contribution. Using equation (8.39), we find
o _ P 1 /OO dv.e " 1 1
v3 o Nru ) o yi2 +i(8 + Rvy) ya3 +i(8" + nk'vy)

1
x .
yi3 +i[6 + 8 + (k+ nk') v,]
AT P e Ry, — 848,
v3 ke (y7+62) (vi +33)

+ c.c.

O(—n), (8.48)

where

/

k
m=<m+ . m) ®(k—k’)+(y13+ . m) Ok — k). (8.49)

k/
ES

/

Sy = <8 + ka’) Ok — k) + (5’ +

B ) Ok — k), (8.49b)

and ©(x) is the Heaviside step function defined by

1 forx>0
Ox) = {O forx <0 (8.50)

By multiplying equation (8.48) by y,/y> and carrying out some mathematical
manipulations, we can recast equation (8.48) into the suggestive form

4 "2 -8/ kR u? — a4 W
[TQ _ VElxx'IFe o(—n) v o | (8.51)
nvs ok TR ¢
where
8.3.2.3 Total line shape
Combining equations (8.45) and (8.51), we find
4\/E|)()(/|2 e/ ke },2}152 O(n) yzﬁ(gz@(_ﬂ)
I = a ayaw],(ga(;b b Fb® . . (853)
v ke | gy <O

The third term is a collision-induced term that can contribute significantly only if

S
- — — <

Aside from this collision-induced term, the line shape is a Lorentzian, centered at

8/—77%8 =0, (8.55)



172 = CHAPTER 8

having width (FWHM; in the absence of collisions)

_ lk+nk]
N k

The probe absorption profile (8.53) is a Doppler-free line shape, arising from
the fact that only the velocity subgroup of atoms resonant with the pump field
contributes significantly to the probe absorption. For counterpropagating waves,
the width of the resonance is diminished owing to Doppler phase cancellation of
the two-quantum processes. This narrowing is related to two-photon Doppler-free
spectroscopy (see section 8.4). For more details and the general result, including
collision shifts and other collision effects, see reference [7].

2y Y2+ y3. (8.56)

8.4 Autler-Townes Splitting

With increasing pump or probe field intensities, the perturbation solution eventually
fails. Using symbolic computer programs, one can obtain analytic solutions for
0,1(v) and 93, (v). In general, one must integrate these expressions numerically over
the velocity distribution and then insert the results into equations (8.25a) or (8.26a)
to find the pump or probe field absorption. In this section, we consider stationary
atoms only. The situation becomes fairly complicated for moving atoms, but there
exist extensive discussions of this problem in the literature (see reference [8]). It
is a fairly simple matter to use computer solutions for g;, and to plot the probe

absorption coefficient
r Rit2z [ 035(Z)
o = ZIm[ o < E(2) (8.57)

as a function of §'. One could equally well graph 33 as a function of §', since o
is proportional to g33. One such plot is shown in figure 8.4 and illustrates what is
known as the Autler-Townes splitting, originally observed on microwave molecular
transitions [9].

To calculate the Autler-Townes splitting, we assume that the probe field is weak
but that the pump field has arbitrary intensity. To calculate &5,, it is easiest to
take the appropriate limit of a computer-generated solution, but we offer the more
traditional approach. We need to calculate g5, to first order in x'. First, we calculate
Q(lol), Q(202), @(102), and é(zol) to zeroth order in x’. These are simply the steady-state values
of the two-level problem with one field that we have calculated previously and are
given in equations (4.11).

To calculate 95,, we set 05, = ix'Rsz and 93, = ix'Rs1, substitute these ex-
pressions in equations (8.20), keep only terms linear in x’, and equate coefficients
of x’ to obtain the following coupled equations for the steady-state values of Rj,
and R31 :

(715 +7 (8 +8)] Rt = =251 +ix Raz. (8.58)

Note that the pump field Rabi frequency enters into these equations; in some sense,
the presence of the Rabi frequency reflects processes of the type shown in the
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Figure 8.4. Autler-Townes splitting: probe absorption profile for stationary atoms with no
dephasing and y3 = 1,8 = 0, and x = 6 (all in units of ;). The quantity plotted is 033(y3/x’)%,
which is proportional to the probe absorption coefficient.

two-quantum contribution of figure 8.2, in which the probe field acts before some

of the pump field interactions. We can solve equations (8.58) to obtain

i {lys +i6+ 80 +ix6:1(0)}
(v23 +18) [y13 +i(8 +8)] + Ix|?

03 =ix'Ryp = — (8.59)

When Q = (82 + 4|x1?)"/? > 23, y13, there are two resolved resonances that are
centered at

afz—%wim):—%wiﬂ)- (8.60)

The 22 separation of these resonances is referred to as the Autler-Townes splitting.
' If the pump field is on resonance (§ = 0) and if |x| > yi2, then Q(Z%) ~ 1/2,
iX*021(0) ~ y2/4, and

1 ix' (yi3+72/2+i8)

027 = —— - - . 8.61
852 = =3 08 (s +18) + X P (8.61)

If x| > 23,113, the resonances occur symmetrically, centered at §' = +|x| =
+ Q0| /2 having width (y13 + y23). The splitting between the peaks of the resonances
can be used as a measure of the pump field strength.

The Autler-Townes splitting has a simple interpretation in terms of the semi-
classical dressed states. In fact, one can obtain the positions, widths, and relative
amplitudes of the resonances directly using the dressed states, provided that the
secular approximation is valid. The semiclassical dressed-state approach to this
problem is an ideal method for elucidating the physics. We neglect collisions, which
complicates matters somewhat, and take the Rabi frequencies to be real. The “bare”
and dressed states are shown in figure 8.5. The strong pump field dresses only states

11(£)) and |2(2)).
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Figure 8.5. Levels for the cascade configuration in the “bare” (field-interaction) and dressed
bases.

One can use figure 8.5 to obtain the line profile by inspection; formal justification
for this procedure is given later in this section. In the secular approximation,
Q > y12, we can neglect the coherence oy 1;. As such, the probe absorption profile
can be considered as being composed of the sum of two independent profiles, p33(I)
and o33(I1I), respectively, that depend only on the dressed-state populations (o7 ;
and o11.11), the square of the transition amplitudes from each dressed state to state
3 (proportional to | x5 ;|* and |x} ;,|%, respectively), and the decay rates (y; and yi;)
of the dressed states. In terms of these quantities, the individual line profiles are the
Lorentzians

X511 2
on(l) = 22— i SoL, (8.62a)
iyl + [0+ 306+ Q)

X5 1117 29113
053(11) = 3,11 a J/ul
oovist [5/ +2(6 - Q)]

7 0ILII- (8.62b)

The various quantities appearing in these equations are determined as follows. The
dressed-state populations are given by the solutions of equations (3.63) with I" = 0,
namely,

cos* 6 sin* 6
S - mv 8.63
en sin® 0 + cos* 6 Qi sin® 0 + cos* 0 ( )
where tan 20 = |Q| /§ is the dressing angle. Since
1) = cos0|1) —sin6)2), (8.64)
1) = sin6|1) + cos 0]2), (8.65)
it follows that the Rabi frequencies are given by
/ @/ -E" - A 7 . 5 . /
X3 = — o (3lt(cosB|1) —sinB|2)) = —sinBy’, (8.66a)
¢ . 4 ~ ~ ~
Ko =—° ——(Blib(sin 0]1) + cos 12) = cos b (8.66b)

The decay rates of states |I) and |II) are proportional to the absolute square of
the matrix element of the dipole moment operator between states |I) or |II) and
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state |1), respectively. As such, y; = sin® 6y, 1 = cos? 0y,, and

Vit y2sin® 6 + y;

= , 8.67
VI3 5 > (8.67a)
2
0
yp = 8 S S EED (8.67b)
When these values are substituted into equation (8.62), we find
Ix'|? sin® 6 cos* 0
0s3(1) =2 o s . (8.68)
V3 oyl + [8 4 3(8 4 Q)] sin” 0 4 cost 0
72 o4 2
0 0
osa(11) = 2% i SWOCOTD - (g.68b)
Y3 V1213 + [8’ + %(5 _ Q)] sin” 6 + cos* 0
from which it follows that the relative amplitude of the two resonances is
1 20 in” 0
033(11) _ Cf)sz V2 Slnz + 73 ' (8.69)
033(1) sin“ @ \ y2cos*0 + y3

For zero pump field detuning, & = 7/4, 033(II)/033(I) = 1, and the FWHM of
each resonance is [(y2/2) + y3]. The reason that the width has a factor of y,/2 is
that only half of each dressed state contributes to the decay. Note that the dressed-
state approach has greatly simplified the problem. In the secular approximation, the
absorption profile can be written by inspection!

This approach can be justified formally. To do so, we transform the Hamil-
tonian (8.6) into the dressed-state basis using

) ) 36+ 0 Xi
Hp =TH.T =1 0 Q=8 X |- (8.70)
X5.1 X511 &
where
cosf® —sinf 0
T=| sinf cos6 O], (8.71)
0 0 1

we have set R =0 and used equation (8.66). Including decay (see problem 14),
the relevant density matrix equations for the Hamiltonian (8.70) in the secular
approximation and to first order in x’ are

_ ix3.a1 (8301 — 0rr3)  ix31 (850 —013)

o . , (8.72a)
V3 V3
8@[3 <7 P18 1 O
781,“ =ix3 011 —Vi3—1i|8+ 5(3 +Q)| rors, (8.72b)
30 o, ) 1 -
Tltm =1X31101111 — {Vns —1i [8’ + 5(5 - -Q)] } 0113 (8.72¢)

Solving in steady state using the values (8.63), we obtain the solution (8.68).
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8.5 Two-Photon Spectroscopy

When the pump field is far off resonance, [§| > yi2, ku, it is still possible
to resonantly drive transitions between levels 1 and 3 in the cascade and A
configurations. (It is also possible in the V configuration if one starts in levels 1 or
3 and decay is negligible.) In this limit, two-quantum processes are dominant, and
one speaks of two-photon transitions. For the sake of definiteness, we consider the
cascade configuration. If |§] > y12, ku, but § + 8 ~ 0, it is possible to adiabatically
eliminate state |2) from the calculation and get an effective two-level problem
involving levels 1 and 3. Although this limit can be derived from our three-level
equations, it is instructive to rederive the results so that they can be generalized to
very large detunings from a number of intermediate states.

Thus, we consider two fields driving a transition between states 1 and 3 having
the same parity (see figure 8.6). There are other states m far off-resonance with the
incident fields that have parity opposite to states 1 and 3. The states 72 need not
lie between levels 1 and 3 and can even include continuum states. We change the
notation for the fields slightly and take

=
7
~
N>

)=~ [El(R, t)eilkiR—it) | c.c.] : (8.73a)

N = N =

N>

ER 1) = 5& [SR el 4 e, (8.73b)
where w; = w and w, = o'.

In the interaction representation, but without making the RWA and allowing
each field to drive each transition, the equations for the probability amplitudes for
an atom at the origin, in the absence of relaxation, are

2

=i Y3 b g el ¢, (8.74a)
j=1 m
2

&3 = —i Z Z |:X§L,)le_j(w/_w3m)t + Xa(iy)l*ei(wﬁwam)t} o (8.74b)
=1 m

{[X(f)efi(a),fa)ml)t + X:yll'l)*ei(a),+wm1)t:| 1

+ [t g eitertonit] ¢, (8.74c)
where
D) = = iy - & ImE (8.75)
mn 2% ] ]

Wy = (Em — Eu)/h, and E,, is the energy of state . It is assumed that (m|ft - € ;|n)
is real. The reason we do not make the RWA and that we allow each field to drive
both transitions is that the frequency detunings may be sufficiently large for both
transitions to invalidate the assumption that each field drives a single transition.
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—t

Figure 8.6. Two-photon transitions can proceed from state 1 to state 3 via intermediate
states 1.

If the fields are turned on slowly compared with detunings to states 72, we can
integrate equation (8.74c¢) by parts and keep the lead term to obtain

N 2 X;fn —i(wj—wu )t X:rzl)*ei(wf+wm1 )t
Cn ~ — g + 1
P Wj — W1 Wj + W1

(7) —i(wj—wu3)t (7)* i(wj4wy3)t

e e

Ko + Ko e b (8.76)
W; — Wm3 w;j + w3

+

Substituting equation (8.76) into equations (8.74a) and (8.74b), and keeping only
slowly varying terms, those that are constant or vary as e* @+ =©3) e obtain

1 = —isic) — ixt"qe—i(‘s+‘3,)t63, (8.77a)
&3 = —is3cy —iyge ey, (8.77b)
where
2

|2 (f)|2

B 2
M ] IRV I ot LY

j=1 m L w7+wm1_ j=1 m w _a)

2 ()2
| ol

a)—a)

3 = _ZZ leim 1X3

W3 Wj + W3

2
2y 3 5" “”“3, (8.78b)
j=1 m

Xtg = Z X3mxml X3mXm1 , (878C)
| 1 Wmi (UZ — Wml

and (8 +6') = w31 — (w + ). The fields produce a light shift in each of the levels

represented by the s; and s3 terms, as well as two-quantum coupling represented

by the x:; terms. The problem has been reduced to an effective two-level problem

plus the light shifts. Therefore, the equations are the same as in the two-level case,

and decay terms can be added into the density matrix equations. In this manner, we
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obtain
32)% +v-Voi1 = —ixt*q@31 + 1 x19013» (8.79a)
0033 e ..
a7 TV V033 = iXyg031 — iXig013 — V3033, (8.79b)
ag% +v-Vo3 = —ix, (033 — 011) — 713013
+ils+8 +(k+K)-v—si ]85  (8.79%)
o3 = (813)" (8.79d)

An in term must also be included in the equation for 99011/9¢ to allow for
repopulation of this state, but it generally involves a cascaded emission through
intermediate states not shown in figure 8.6.

The two-photon absorption line shape has a Doppler width determined by
|k+k'|u. If k = =k, that is, for equal frequencies and oppositely traveling waves, the
Doppler effect is totally suppressed, and the resonance width is 2y13. The resultant
line shape is referred to as a fwo-photon Doppler-free profile [10]. In contrast to
saturation spectroscopy, the entire velocity ensemble contributes to the line shape.
The price you pay is that the transition strength is small, since the intermediate state
is far-detuned.!

For cw lasers, if x/2m =~ 10%Hz, the light shifts and two-photon coupling
strength is of order 10Hz if (w; — wun)/27 ~ 10 Hz, but could be as large as
1.0 MHz if (wj — wyn)/27 ~ 10 GHz (nearly resonant intermediate state).

Some caution must be taken if equations (8.79) are used for a A rather than
cascade system. The problem is that y;3 is equal to zero for a A scheme in which
levels 1 and 3 are ground-state sublevels. In that case, it is necessary to include higher
order terms in the 99,5/d¢ equation that correspond to off-resonant scattering of the
incident fields. Such terms are included in chapter 9.

8.6 Open versus Closed Quantum Systems

It is sometimes necessary to consider open quantum systems. For example, in our
three-level problem in the A configuration, imagine that only field E is present.
Eventually, all the population decays to state 3. If we take as our quantum system
levels 1 and 2 only, there is leakage out of the system, and population is no longer
conserved for the two-level subsystem. In this case, if the vapor is not replenished
with new atoms in either states 1 or 2, the only steady state for the system is
one in which all density matrix elements are equal to zero. Atoms in gas lasers

LIt was assumed implicitly in this section that the frequency of each field separately was not
approximately equal to w31/2 so that a single field could not drive two-photon transitions on its own. This
is no longer the case if we take @ = o’ ~ w31 /2, as in the case of two-photon Doppler-free spectroscopy;
however, there is a large Doppler width ~2ku associated with the two-photon transitions from each field
separately so that the relative contribution of these terms is small.
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provide a good example of an open quantum system. The two atomic levels between
which lasing takes place are excited states that must be pumped incoherently via an
electric discharge or collisions with metastable atoms. To achieve a steady state
in open quantum systems, there must be some incoberent pumping of the levels.
Just as collisions led to new resonances in nonlinear spectroscopy, relaxation rates
in open quantum systems can produce similar effects. For example, in the cascade
configuration for stationary atoms, if level 1 has some associated decay rate, there
are always resonances centered at ' = —§ and & = 0, even in the absence of
collisions.

There is another new feature that arises in open quantum systems. For a closed
two-level system, ¢1; can be eliminated using the fact that o117 = 1 — 02;. In the
remaining equations, only the decay rates y, and y1» appear. As a consequence, for
relaxation effects to be discernible, they must occur on a timescale of order y, .
On the other hand, in open systems, there is a new timescale, y; ', that enters. If
yi 1>y, ', as is often the case, the sensitivity to relaxation effects, such as ground-
state velocity-changing collisions, can be increased significantly. Examples are given
in chapter 10.

A qualitatively different type of open quantum system results from atoms leaving
the interaction volume as a consequence of their motion. This loss rate is state-
independent; as such, it provides an overall increase in line widths known as transit-
time broadening. Transit-time broadening does not lead to additional resonances in
nonlinear spectroscopic line shapes.

Open quantum systems can be modeled easily by going over to ensemble density
matrix elements R;;(R,v,t) and adding incoherent pumping terms A;(R,v) and
additional loss terms —I";R;;(R, v, t) to the population evolution equations for R;;.

8.7 Summary

We have introduced some of the basic concepts involved in the interaction of three-
level atoms with two fields. The fields drive transitions that share a common level.
We have seen how this scheme can be used to eliminate the Doppler width in spectral
profiles. Moreover, we have seen that there are two, qualitatively different processes
that enter, step-wise and two-quantum. In the next chapter, we continue our study
of three-level systems, but concentrate on the A configuration. We will see how the
A configuration differs from the other configurations in one important aspect, and
how this characteristic can be used to generate “slow light.”

Problems
1. Derive equations (8.33) and (8.39).
2. Derive equation (8.40).
3. Derive equation (8.43).
4. The step-wise and two-quantum contributions to probe absorption in pertur-

bation theory are given in equations (8.45) and (8.48). Assume that k = kz
and k = nk'z, with n = £1. Show that, without taking the Doppler limit, the
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velocity integrated step-wise contribution can be written in terms of

1
(1 + mve/u) (2 + nav/u)

1 o 2,2
(e, pa, ma/n1) = ﬁ/ dve v/
—00

and the velocity integrated two-quantum contribution in terms of

1 o0 2,2
DL, w2, 13, m2/m1, n3/m) = m/ dv.e™ /"
—0Q

1
"t + n1ve/u) (12 + 12vs/1) (3 + 1302/1)°

If the integrals in problem 4 are written such that Im u; > 0, then prove that
Ii(pa, 2, m) = —M(pa, p2, n) [Z(ra) — nZ(pa)],
L(p, o, w3, m.n') = M(pa, s n) [Li(as ws.n') = ol w2, n'/n)],

where
1
M(pt1, pa, ) = ———,

M2 — Nt

and
. 1 o0 —UZ/MZ 1
Zp) = lﬁ[w(ﬂ)] = _ﬁu dve™ m,

—0Q z

with Im . > 0.

Use a symbolic program to obtain steady-state solutions to equations (8.20)
for both the cascade and A configurations for stationary atoms in the absence
of collisions. Plot the probe absorption, Img,;/x" as a function of § for
§=0,y3=1,x=4,x=01,and 6§ =0,y3 =1, x = 0.3, ¥’ = 0.1, with
all frequencies in terms of y,, which is arbitrarily set equal to 1. Show that in
the case of the A configuration, the probe absorption vanishes identically at
8’ = 0. This is a general result for the A configuration—the probe absorption
vanishes in steady state whenever §' = §.

Use a symbolic program to obtain a steady-state solution to equations (8.20)
for the cascade configuration for stationary atoms. Expand the expression
for 03, to first order in x', and show that it agrees with equation (8.59).
Consider the case of two-photon Doppler-free spectroscopy and calculate the
steady-state excited-state probability to lowest order in the applied fields,
including terms that involve absorption of two photons from each field
separately. Take § = 8 and k= —k' = —kZz. In the Doppler limit, show
that the contribution from these terms is much smaller than the Doppler-free
terms if the fields are tuned to resonance, but that the two-photon absorption
from the individual fields provides a broad pedestal to the absorption signal.
Compare the “exact” solution 033/]x'|*> = —2x"*Im(&5,)/1x'|> with 85, given
by equation (8.59), with the dressed-state solution

033/1x'1* = loss(I) + o33 (I1D)] /1%,

with 033(I) and @33(I1I) given by equations (8.68) for § = 0, y» = y3 = 1,
x =4 and for § = 6, y», = y3 = 1, x = 1. Plot the exact and dressed-state
solutions in these cases. Neglect collisions.
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Consider the V and A three-level schemes. In the V scheme, assume that
all the population is in state 2 (the “point” of the V) in the absence of
the fields, and that both states 1 and 3 decay to state 2. In the A scheme,
assume that states 1 and 3 each have some equilibrium population in
the absence of the applied fields, and that state 2 decays to both states
1 and 3 (y2.1 +y2.3= ¥2). Draw perturbation chains similar to those in
figure 8.2 that lead to a contribution to probe absorption 95, that is
of order |x|?x’ for the V scheme and |x|?x”* for the A scheme. No
calculations are required in this problem—just draw the perturbation chains,
but be sure to include contributions resulting from spontaneous decay.
Suppose that the field x is detuned by a large amount (§ > y, ku) from
resonance. Which of the perturbation chains will dominate? Why? In this
case, the nonlinear contribution to the probe absorption can be calculated
as a dispersion curve centered at 8 = 0. How do you interpret this
result?

Neglecting collisions, show that, to within a factor k/ k', the term in brackets
in equation (8.53) can be written as

where

5= ’k/+nk‘ y2 V3

Why is the width less for counterpropagating than for copropagating waves?
Consider the case of counterpropagating fields and moving atoms in the
cascade configuration. Take the limit that § > ku, but that all the decay
rates are less than ku. Show that the probe absorption consists of a single
Gaussian in the absence of collisions and two Gaussians when collisions are
present. Interpret your results.

Given that the relaxation of density matrix elements is 011 = 0, dg,;/dt =
—[(y2 + y3) /2] 843, d013/dt = — (y3/2) 843, obtain the corresponding equa-
tions for the dressed-state density matrix elements ¢; 3 and ¢;; 3, and show
that the result differs from that used in equation (8.72) since ¢ 3 is coupled
to 0113 and ¢y 3 is coupled to o7 3. Why were these terms ignored?

To see the role that an open system can play, reconsider pump-probe
spectroscopy on a stationary, two-level atom, but add terms —yj011 + A4
to the equation for ¢,;. To zeroth order in the applied fields, the solution
for o011 is Q(lol) = A1/y1. Calculate the population difference 02 — 011 to
second order in the applied fields, and show that there is a new, dispersion-
like resonance having width 2y, centered at @ = w, even in the absence
of dephasing, I'1; = 0. Is this a “subnatural” resonance? That is, does this
resonance allow you to determine the transition frequency in the atom with
a resolution less than y;,? Explain.
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Three-Level A Atoms:
Dark States, Adiabatic Following, and Slow Light

In the previous chapter, we concentrated mainly on the cascade three-level system
to illustrate several features of saturation spectroscopy. In this chapter, we examine
the A configuration in more detail. A critical feature of a closed A configuration
occurs when levels 1 and 3 are stable or metastable. As you will see, this feature
can be exploited to produce such effects as stimulated Raman adiabatic passage and
slow light. Moreover, the stability of levels 1 and 3 plays a role in several schemes
involving the storage of quantum information. In such schemes, one attempts to
transfer the quantum information contained in an incoming, quantized optical field
to a superposition state in the atomic ensemble. A method for achieving this goal
is discussed in chapter 21. To simplify matters, we neglect atomic motion and,
unless noted otherwise, also neglect any collisional or other dephasing processes.
In the appendix, we calculate the force exerted by the fields on atoms in the A
configuration.

9.1 Dark States

There is a novel feature of three-level systems that can occur when 883 = —p'8p. If
we return to the Hamiltonian (8.18) for a single atom located at R = 0, we find that
the state amplitudes evolve as

¢ = iBdptr —ix}(t)ea, (9.1a)
& = —ixp(0)Er —ix(2)Es, (9.1b)
&3 = —if8es —ixy(0)E. (9.1¢)

Let us introduce a new state amplitude defined by

Cp = Xt/;/51 — )(253. (92)
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Provided that
Bdp = —B'84, (9.3)

it follows immediately that, for constant Rabi frequencies,
¢p = Xp&1 — xjcs = iBdg (xpe1 — x53) = iBdpep. (9.4)

The state amplitude cp is completely decoupled from the applied fields! As such, cp
is referred to as a dark-state amplitude [1]. For simplicity, we take both x5 and x4
real and positive, unless indicated otherwise.

Of course, as a result of relaxation, the dark-state amplitude decays, unless both
states 1 and 3 are stable or metastable and the dephasing or collision rate I'y3 = 0.
In the A configuration, it is sometimes possible to choose states 1 and 3 as different
states of the ground-state manifold of levels. In this case, an atom prepared in the
state

_ X' =x13)
/XZ_I_X/Z

at ¢ = 0 stays there forever since it does not interact with the incident fields—it is
truly a dark state, provided that

| D) (9.5)

520)21—0):5/:6023—60/ (96)

and I'13 = 0. For symmetry purposes, it is convenient to define the Rabi frequencies
x and x’ by

iy - €E
X = Xpt = —721271 , (9.7a)
Al T/
/ " - € E
x' = (xp=—1)"= —72325 , (9.7b)

where E and E’ are the complex field amplitudes.

We limit our discussion to the A configuration in which states 1 and 3 are stable
ground-state sublevels, since the dark states for the other configurations decay as
a result of spontaneous emission. Why is state (9.5) dark when § = §'? In effect,
the selection rules are such that the “polarization” of the applied fields cannot drive
transitions from state | D) to state |2). This is most easily seen if we take levels 1 and
3 to be the m = F1 degenerate magnetic sublevels of a | = 1 ground state, level
2 to be a ] = 0 excited state, and fields E and E’ to have equal amplitudes and o
and o_ polarizations, respectively.! In effect, the incident fields can be considered as
a single field that is linearly polarized in the y direction. Instead of using the normal
magnetic state basis |m2) for the ground-state sublevels, one could define an x, y, z
ground-state basis in which

) = —(11) = | = 1)/V2, |y) =il +1=1)/V2.  [2)=10).
1 As discussed in detail in the appendix in chapter 16, o+ polarized fields drive Am = +1 transitions

on absorption. The unit vector in the y direction can be written as § = i(é; + €_)/+/2, where
€+ = F(X +i§)/+/2 are unit vectors for o+ polarization.



186 = CHAPTER9

For an incident field that is y polarized, both |x) and |z) are dark states, since they
are not coupled to the excited state by the field.
This simple example suggests that it is useful to redefine our basis vectors as

ID(2)) = c|1(2)) — sI3(2)), (9.8a)
|B(2)) = s|1(t)) + cl3(2)), (9.8b)
12(8)) = 12(2)), (9.8¢)
where
c=X§=cos®, s=%=sin®,

X=+Vx*+x? tan® =

In terms of these new basis kets, and for §
transformed to

. (9.9)

><\‘><

8', the Hamiltonian (8.12b) is

—-50 0
0 X
0 X6

Hap = h , (9.10)

Moo

where the states are ordered as |D(z)), |2(2)), | B(£)). State | D(2)) is decoupled from
the fields. From this point onward, we drop the explicit time dependence in the kets.
You should remember, however, that a dark state is 770 an energy eigenstate of the
original Hamiltonian, since the dark state | D(¢)) given in equation (9.8a) is a linear
superposition of two states |1) and |3) having a relative phase that oscillates as a
function of time if states |1) and |3) have different eigenenergies.

To obtain the density matrix equations, we use 1/ = [Hyuk, 0] and add in relax-
ation terms. Including relaxation is done most easily by first using equation (9.8) to
show that density matrix elements in the two bases are related by

opp = c*011 + 57033 — 5¢(B13 + 831)- (9.11a)
08B = €%033 + 57011 +5c(B13 + 831). (9.11b)
opB = ¢*B13 — 7031 + sclon — 033), (9.11c)
0p2 = €013 — $03); (9.11d)
0B2 = €03, + 5012, (9.11e)

along with ¢;; = 0};, and the inverse relationship, obtained by letting s go to —s. It
then follows from equation (9.11a), for example, that

QDDlreIaxation = Clel + 52Q33 - 56(513 + 531)
= 2167022 + 12352022 + scT13(015 + 31)
= V2,162922 + V2,352Q22

+scT3[2sc(ops — 0pp) + (¢* — s*)ogp + opB)l.  (9.12)
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Following a similar procedure for all density matrix elements, and neglecting
collisions or dephasing (I'y3 = 0), we find

opp = (y21 +5°v23) 022, (9.13a)
opp =i X(0p2 — 028) + (s*y21 + *123) 022, (9.13b)
022 = —i X(0B2 — 028) — V2022, (9.13¢)
opg =1Xop2 —sc(y23 — y2.1) 022, (9.13d)
S (.
O0p =1Xeps ( 3 15) oD2, (9.13e)
0py =i X(0Bp —022) — (% - i5) 082, (9.13f)
0ji = 0jj- (9.13g)

The only steady-state solution of these equations is opp = 1, with all other density
matrix elements equal to zero. In the original basis, this corresponds to

_ By xx'
013 =031 = =S¢ = —7)(2 o7
2 2
2 X 2 X
=C = —, =S = >, 9.14
o011 e 033 e ( )

with all other density matrix elements equal to zero. The system always evolves to
a dark state with a rate of order y,02;. It is also clear from equation (9.12) that had
we included collisions or dephasing, states |B) and |D) would be coupled by I'ys.
Thus, although state | D) is still a dark state for the system when I'13 # 0, it is no
longer a steady state to which the atom evolves.

In the limit that the probe field is weak, it is possible to get a rather simple
expression for the probe field absorption. The density matrix equations for the A
configuration in the field interaction basis are

011 =1 (X012 — X 021) + ¥2.1022, (9.15a)
033 =1 (X830 — X" 023) + v2.3022. (9.15b)
02y = =i (X012 — x*01) —1 (X032 — x*023) — v2022. (9.15¢)
013 =ix'B1y — ix 023 — [T13 —i(8 —&')] 813, (9.15d)
012 =ix" 013 —ix*(022 — 011) — (Y12 — i8)012. (9.15¢)
032 =ix* 031 —ix "™ (022 — 033) — (v32 —i8")83,. (9.151)
0ji = 0jj, (9.15g)

where we have included collisional or dephasing terms [y;; = (y; + i) /2 + I'i;] and
have not set § = §'. For reasons that will become apparent, we now consider field E’
to be the pump field and field E to be the probe field. Following a procedure similar
to that which led to equation (8.59) or using the appropriate limit of a computer
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solution of equations (9.15), we find to lowest order in x that, in steady state,
i3 —(8=14")

- . 9.16
§—8)y12+ yi2li3 —8(8 — &) +iT138 + x ( )

Q21:_Xi(

As expected, if [iT'13 — (8 — §’)] = 0, there is no steady-state absorption.

9.2 Adiabatic Following—Stimulated Raman Adiabatic
Passage

Since dark states involve a coherent superposition of two, stable internal states, they
might be useful for storing quantum information. In quantum information storage
schemes, one must somehow transfer optical coherence to atomic state coherence
without loss of fidelity. Allowing atoms to evolve to dark states as a result of
relaxation invariably results in a loss of information. Moreover, it takes a relatively
long time, since one must wait a time at least of order y, ' for the atoms to decay
to the dark state. This does not mean that dark states are not useful in quantum
information schemes, only that they must be used in another fashion. In this section,
we describe one such scheme, stimulated Raman adiabatic passage, or STIRAP [2].
The STIRAP method extends our previous calculations of semiclassical dressed states
to three-level atoms. STIRAP allows one to convert an initial state population o1y
to an arbitrary superposition of states 1 and 3 in a time much shorter than y, !
Moreover, the conversion is made with the population of level 2 remaining negligibly
small—as such, spontaneous decay plays only a minimal role in STIRAP.
We start with the Hamiltonian for a A three-level configuration with § = &',

0 x(® 0
He)=h|x@) & x@], (9.17)
0 X 0

where the Rabi frequencies are assumed to be real but can be functions of time.
For symmetry purposes, we have changed the zero of energy of the Hamiltonian
(8.18) by adding an energy hé to each of the states. In dealing with STIRAP, one
calculates instantaneous eigenstates [semiclassical dressed states of H(z)] of the three-
level system and then sees how they are coupled by the nonadiabatic terms and the
decay rates. The eigenvalues of H(¢) are

wp =0, (9.18a)

/e (9.18b)
wA,B_z:F 47 .

and the corresponding eigenkets are
D) = —cl1) +513), (9.19a)
|A) = (s'1T) +¢13) + 12))/ V1 +52 + 2, (9.19b)
|B) = (s"1) +¢"13) +12))/ V145" + "2, (9.19¢)
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(a) Dressed (b) Dressed () Dressed
state state state

frequency frequency frequency

\:D\ .r

5 10 15

Figure 9.1. Dressed-state frequencies in STIRAP for § = 0 and Gaussian pulses: (a) pulse x’
precedes pulse x; (b) pulses x’ and x are simultaneous; (c) pulse x’ follows pulse x. The graphs
are drawn using x (¢) = 4 exp(—t*/10) and x/(t) = 4 exp[—(t — 7)?/10], with T = —4, 0, 4.

where
c=x"/X, s=x/X, tan®=yx/x/, (9.20a)
x' X
l=—— =—L (9.20b)
i-ers i-yfers
= Y, S s = 4. (9.20c¢)

) 82 ’ ) 82
X+ T p X+ T

Although not indicated explicitly, all these quantities are functions of time for

pulsed fields. Note, however, that ® = 0 and an atom that is prepared in a dark

state remains there, if the time dependence of both fields is identical. Transition

frequencies between the states (9.19) are defined by w.s = w, — wg, where the w,

are given by equation (9.18) and « and B can take on any of the values D, A, B.
For a resonant field, § = 0, we find

wp =0, (9.21a)
wap = FX, (9.21b)
and
D) = —c|T) +513), (9.22a)
14) = —(sIT) + c13) = 12))/V2, (9.22b)
B) = (sIT) +cl3) +12))/v2. (9.22¢)
The eigenvalues are plotted in figure 9.1 as a function of time for field pulses having
a Gaussian envelope, for § = 0, and with different relative delay between the
pulses.

It is important to note that spontaneous emission does not perturb the dark
state, since state | D) does not contain an admixture of decaying state |2)—the only
loss state | D) experiences arises from nonadiabatic contributions. An atom that is
prepared in this dark state stays there forever, unless nonadiabatic conditions result
in a transfer out of this state.
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1

Figure 9.2. Three-level A scheme, with § = §'.

The idea behind STIRAP is to arrange the fields to ensure that atoms remain in
dressed state | D) (having eigenvalue 0) for the entire atom-field interaction. One
starts by placing all the atoms in state |1) when both fields are off. The level scheme
is shown in figure 9.2.

Stage 1. The atoms are prepared in state |1). Since s’ = s” = 0, this initial
condition corresponds to preparation in dressed state |D) [see equations (9.19)].
In stage 1, the field E’ is turned on, and the atoms stay in dressed state |D) = [1),
irrespective of how slowly or rapidly the field is turned on (since state |1) is not
coupled to field E’). Clearly, in stage 1, relaxation cannot be playing any role, since
the atoms remain in bare state |1) during this stage.

Stage 2. When the Rabi frequency x’ has been ramped up to a sufficiently large
value, one can turn on field E sufficiently slowly to ensure that the atom stays
in dressed state | D). Typically, one must turn on the field in a time that is long
compared with wp), and wg}), which are of order 1/’ if § = 0. Relaxation does not
couple population out of this dressed state. In terms of figure 9.1, the probe field can
be turned on once the frequency separations wp4 and wgp are sufficiently large.

Stage 3. In stage 3, one can manipulate both fields at will, making sure to change
the fields in a time that is long compared with wp!, and wg}, (which are of order
1/Xif § = 0) in order to maintain adiabaticity. For example, if one turns off field
E’ adiabatically in this stage, population is transferred totally to level 3 from level
1, since state | D) adiabatically evolves into state |3) in this limit. In contrast to two-
level adiabatic switching, relaxation does not degrade this result, assuming, as we
have, that states |1) and |3) are stable; moreover, we can use resonant fields for
STIRAP adiabatic switching, whereas a chirped, detuned field was used for two-
level, adiabatic switching. Alternatively, to arrive at some selected value of g5, one
could then turn off both fields suddenly (in a time much less than X~!) when §,;
reaches the selected value.

Adiabatic switching and control via STIRAP are illustrated in figure 9.3, obtained
from a numerical solution of equations (9.15) with g11(—o0) = 1. In figures 9.3(a)
and 9.3(b),

x(8) = 10705 y/(t) = 10e~+57,
where time is measured in units of y, ' and frequency in units of y. It is seen that

switching from level 1 to 3 is almost perfect and that the population of level 2
remains small throughout the entire STIRAP pulse sequence. In figure 9.3(c),

x(t) = 10e"570(—1),  x'(t) = 10e" 5 0(—1),
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(a) (b) (c) | p13|
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Figure 9.3. Adiabatic switching and control via STIRAP. If pulse x (¢) follows pulse x'(¢), it is
possible to adiabatically switch population from level 1 to level 3 [plot (a)] while minimally
populating level 2 [plot (b)]. With the same sequence but cutting off both pulses when they
overlap, it is possible to optimize the coherence p3 [plot (c)].

where ©(¢) is a Heaviside function (not to be confused with the angle ®). For this
pulse sequence in which both fields are turned off suddenly, the absolute value of
the ground-state coherence 13 is optimized.

For reference purposes, we write the equations for density matrix elements in
the semiclassical dressed-state basis when § = §' = 0, for equal branching ratios,
2.1 = Y23 = y»/2. The transformation from the bare to the dressed-state basis,
obtained using equations (9.22), is given by

2 s —s¢c —s¢ 0 0O 0 0O
@DpD
se _se & _2 _c o s ool ("
ODA V2. V2 V2 V2 2 V2 033
_sc s 2 2 o s 00
@DB V2 V2 V2 V2 V2 V2 013
se _sc 2 2 g <o S0 -
Q4D V2 V22 V2 V2 V2 031
_ s2 & sc sc s s c c 1 ~
earn | =1 7 7 2 2 T2 T2 T2733||@u2]:> (9.23)
s2 2 sc sc s s c ¢ 1 0
Q4B -3 -3 % 3 —3 31 —313 ||
0BD _sc s £ _ & _ < s 032
A S R, S iy, S S B
OBA s & _se _sc s _s ¢ _cl Q23
2 2 2 2 2 2 2 722 022
OBB 2 & s¢ s« s s ¢ ¢ 1
2 2 2 2 2 2 1 2 2

with the inverse transformation having s — —s. Using equations for the time
evolution of these density matrix elements (which we do not write explicitly), it
is possible to show that g;; remains small as field E is turned on, provided that
O%/x? « 1and |®y,/x?| < 1, where © is defined in equation (9.9). For nonzero
detuning [§] > X = (x% + x’*)!/2, the adiabaticity condition becomes more severe,
since the separation wps = [ X? + (62/4)]/2 — 8/2 ~ X?/|8| < X.

9.3 Slow Light

There has been a great deal of excitement connected with the use of the nonlinear
properties of atomic ensembles to decrease the group velocity of light as it
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Figure 9.4. Graphs of the absorption coefficient (solid line) in units of «y and (7 — 1) (dashed
line) in units of 2k/ag as a function of §/yy, for x'/yi» = 10.

propagates in a medium [3]. It is not simply the fact that one can slow the
group velocity that has aroused interest in this subject, but the ability to transfer
information carried by the optical fields to atomic state coherence. The slow light
propagates with minimal distortion in a medium whose index of refraction is
approximately equal to unity over the bandwidth of the pulse. This is remarkable
since the medium is optically dense at optical frequencies but has been rendered
transparent by the application of a control field. Using the concepts of dark states
and adiabatic following introduced in the previous sections, one can gain an
understanding of the underlying physics associated with slow light generation.

The physical system is identical to the one we considered in discussing STIRAP.
As in STIRAP, the first step is to prepare all the atoms in the medium in state |1) and
send in the field E'. Field E’ is chosen to be sufficiently intense to create a frequency
window, enabling field E to enter the medium without reflection. To understand
how this frequency window is formed, recall that the absorption of probe field E is
governed by density matrix element

. x4
= - 9.24
021 —82 + zy126 + X/z ( )
given in equation (9.16), where we have set 8 = 0 and neglect collisions and

dephasing (y12 = y2/2, I'13 = 0). Following the same procedure used in section 6.3,
we can use the Maxwell-Bloch equations to show that the absorption coefficient
and index of refraction for the probe field are [see equations (6.25), (6.33), (6.34),
(4.23), and (6.66)]

2 82
o= ap Vlzz . (9.25)
(x> =6%)" + (y129)
and
8 2 _ 82
o1y Y2 (x ) (9.26)

ki (x2 =02 + (y128)*

respectively. These quantities are plotted in figure 9.4. As you can see, the index of
refraction is approximately equal to unity, and there is negligible absorption in the
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vicinity of resonance, § = 0; however, dn/dw can be large in this region, resulting in
a reduced group velocity for the probe field.

Let us assume that the probe field pulse has a frequency bandwidth Aw
centered about the 1-2 transition frequency. As such, the probe detuning satisfies
5] < Aw. If

(rane/x?) <1, (9.27)

there is negligible probe absorption over distances of length ay'(x”?/yiAw)? >
ay'. In other words, as long as

2

X
Ao L ——F—, (9.28)
yizvoo L
where L is the sample length, there is negligible probe absorption. Moreover, if
(a0/2k) (yi2Aw/x*) ~ NA (ynAo/x?) < 1, (9.29)

there is negligible reflection as the probe field enters the medium since n ~ 1.
The presence of a strong pump field in this three-level system has rendered the
medium transparent, a process referred to as electromagnetic-induced transparency
or EIT [4].

To obtain expressions for the field amplitudes as they propagate in the medium,
we combine the equations for the three-level system (9.15) with Maxwell’s equations
for the fields. In the slowly varying amplitude and phase approximation, it follows
from equations (6.25) and (9.7) that

d 10 -
(292 + c8t> X = —180s1, (9.30a)
a 13\ , -~
(BZ + c8t> X = —18073, (9.30b)
where
¢ =3)Ny,/8x, (9.31)

N is the atomic density, and 9, and g,; are single-particle density matrix elements.
The equations have been written in terms of the Rabi frequencies instead of the field
amplitudes, and it has been assumed that the wavelengths of the two transitions are
approximately equal. The key point here is that even though 8,; can be very small
(it is identically zero for exact EIT), when multiplied by ¢, it can lead to complete
“absorption” of the probe field for sufficiently high density A/. Thus, each atom has
033 ~ 0 for a weak probe field, but the ensemble of atoms can still result in the probe
field being “absorbed.”

In what follows, we assume always that the Rabi frequency x’ is controlled
externally so that we need not be concerned with its propagation equation. This
may not be strictly true if its field intensity goes to zero, but we will be content to
restrict our analysis to equation (9.30a). To account for pump propagation effects,
one would need to solve the set of coupled equations (9.30).

It may helpful to give a qualitative description of the atom-field interaction before
giving the mathematical analysis. The atoms are prepared in level 1, and the pump



194 = CHAPTER 9

field is applied on the 2-3 transition. If condition (9.29) holds, the probe field
enters the medium without reflection but is compressed spatially as it enters the
medium and propagates without loss and with reduced group velocity. This situation
corresponds approximately to a dark state for the atoms, with slight corrections
that allow for propagation effects. The pulse excites a ground-state coherence in the
atoms that adiabatically follows the pulse amplitude; following the pulse, the atoms
are left in their initial state. Thus, any “information” is always stored as a coherence
in the atoms that overlap the probe pulse (even as it goes to zero). In the next stage,
one reduces or turns off the pump field. As you will see, this can be done fairly
rapidly. At this point, the fields in the medium vanish, but the atoms are left with
coherence that can “store” quantum information that was encoded in the probe
pulse. The pump field is then turned back on, and the probe field can be restored,
eventually decompressing as it leaves the medium.

The way to proceed analytically is to solve the density matrix equations in the
limit of a weak probe field with o117 ~ 1 and 02 ~ 033 ~ 0 (reference [5]). We
neglect collisions and set §' = 0 and [§] < x'. From equations (9.15d) and (9.15e),
we find

- i 003
N —— 9.32
021 X ot ( )
and
~ i 004, . Y2 o) ~
031 ~ Y { P» +1X+(2 +l5) 021
X 1 (Vz . ) 0033 32@31
== — = §) —= . 9.33
X x? [ 2 t ot + ot? ( )

Note that the lead term in this expression is just the value of 85, for a dark
state (9.14) (when x <« x’) and that the remainder is a correction resulting from
field propagation.

If we neglect the correction to 95 from the time derivative terms and substitute
equations (9.33) and (9.32) into equation (9.30a), assuming that x’ is constant, we

can obtain
3 19 ¢y
AN [ N2 9.34
(a)zJr cat> =T o ©.34)
or
9 1 ¢\ a
— — — =0. 9.35
oz (e ) i) 039

The probe pulse propagates without distortion with a group velocity

X/Z

Ug = WC. (936)

The pulse is compressed spatially by a factor vg/c. If £¢ > x%, the group velocity is
much less than c.
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It is also possible to define a polariton state (combined state of the atomic
coherence and probe field amplitude) as

W(Z, 1) = Cjz_ix(z, t) — sin£dy,(Z. 1), (9.37)
along with a bright state
®(Z, 1) = il/‘;_ix(z, 1)+ cos £, (Z, 1), (9.38)
where
Jte X' . Ve
tané = ——, COSé = ——, siné = ——. (9.39
T T Jrerar T Ve nt )

It then follows, using the approximate expressions (9.32) and (9.33) for 9,, and 95,

that
9 sec’& D _ £ 9P
(52 50) v = e ® iy 40
cp—smg[aﬂ —'&Kt 3)(' W costP)
=7 |or y —1i an“g‘at siné cosé&
_cos*E D ] .
N [St +(y — 15)} o (sinEW — cos£P) (9.40b)

for x’ constant.
In the limit that 95,(Z,t) ~ —x/x’, we can use equations (9.37) to (9.39) to
obtain the solution

x(Z, 1)  Jtc ( x/2>
O(Z.1) =0, W(Z1t)= 1+ 2. 9.41
(2.1 (zn =200 2 (1 (9.41)

Moreover, in this limit, it follows from equation (9.40a) that W(Z, #) propagates
with the group velocity v, = ccos?& = x"c/(¢c + x*), in agreement with equa-
tion (9.36). Under these conditions, W represents a soliton, a wave that propagates
without distortion. The soliton state (9.41) reflects the fact that excitation is shared
between the probe field and the atomic state coherence, although most of the state
W is always in atomic state coherence when ¢c > x'.

In order to store the probe field information in the atomic state coherence and
eventually restore it, one must turn the pump field off and on. The key point
is to turn off the pump field while leaving ®(Z,#) ~ 0. This is accomplished
if one turns off the field in a time that is much longer than 1/¢c¢; the system
remains approximately in the soliton state with all of the state transferred to atomic
coherence. However, even if the field is turned off and on instantaneously, there is a
correction to the field only of order ,/x/¢c. This occurs because most of the soliton
state is already in the atomic state coherence in this limit, and turning off the field
just produces ®(Z,t) ~ /x/¢c. When the pump field is restored, the probe field
is restored (with corrections of order ,/x/¢c) and exits the medium. All this works
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10X

Figure 9.5. Field amplitude for a wave that enters a medium and slows its velocity by half
before the control field is turned off. The field is not shown leaving the medium.

only when the probe pulse is adiabatically converted to the soliton state without loss
as it enters the medium, is stored totally in the medium as ground-state coherence
between levels 1 and 3, and is restored adiabatically from the soliton state to the
initial input state as the control field is turned back on. These conditions can be
satisfied if both the bandwidth condition (9.29) holds and the medium is optically
dense, agL > 1.

In figure 9.5, we show a numerical solution of the Maxwell-Bloch equations for
the probe field amplitude x(Z, t). As can be seen, the probe field slows as it enters
the medium, diminishes to zero when the pump field is turned off suddenly, and is
restored when the pump field is turned back on. The corresponding plot of —g5; is
shown in figure 9.6.

The graphs are drawn in dimensionless units withc =1, =68 =0, y, =2y1 =
2y31 =1, ¢ =400, x(Z,0) = 0.1exp[—(Z + 4)?], x'(¢t) = 20 for (t < 9 or t > 14),
and x/(z) =20 {exp[—(t — 9]+ exp[—(t — 14)2]} for 9 <t < 14. For these values
of the parameters, it follows from equations (9.35) and (9.36) that vg/c = 1/2 and
that the pulse is compressed spatially by a factor of two as it enters the medium.
Moreover, for (¢ < 9 or ¢ > 14), when the control pulse is on, the maximum value
of —05; predicted by equation (9.33) is —g3; &~ 0.1/20 = 0.005 and occurs at points
corresponding to the peak of the input pulse in the medium. These features can be
seen in figures 9.5 and 9.6.

9.4 Effective Two-State Problem for the A Configuration

You saw in the previous chapter that one can transform the three-level problem into
an effective two-level problem when adiabatic elimination of state |2) is justified.
In dealing with the A configuration, we have to be a little more careful, since
states |1) and |3) are stable. The resulting equations that are to be derived have
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Figure 9.6. The value of —Re @5, for the parameters of figure 9.5. When the pump field is
turned off, the coherence increases in the medium.

many applications in quantum information. We neglect collisions or dephasing
(y12 = ¥32 = ¥2/2; y13 = 0) and assume that the applied fields vary in a time
that is slow compared with |8]~! . It is assumed that |8| > y, and that |5 - 8” < |81,
since these are the conditions needed to get an effective two-level problem, but we
keep all terms to order §72 ~ (8') > ~ (88')"" to include relaxation of ground-state
coherence produced by scattering of the fields into previously unoccupied vacuum
field modes and terms of order (|x|2/8 — |x'|*>/8’) to include the light shifts of the
levels.

We start with equations (9.15). In the limit that the fields vary slowly compared
with |6|~!, we can solve equations (9.15e) and (9.15f) quasistatically for the optical
coherence (neglecting the 0,5 terms that are of higher order) to obtain

~ ix"013 +ix on

= , 9.42
Q12 L s ( a)
~ ix* 03 +ix"™033

These values are substituted into equation (9.15¢), which is solved quasistatically to
give
—i(Xx012 — X"021) — (X030 — x"023)
V2

022 =

1 ’ Ik o~ Ik \k ~
~ 87{|X|2Q11 +1x'17033 + [x x 013 + (X x™)* 8311}, (9.43)
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where we have used the fact that §72 ~ (§') > ~ (88')"!. Last, equations (9.42) and
(9.43) are substituted into equations (9.15a) and (9.15d) to arrive at

. y23lxI? yaulx'I* S .
011 ~ — 52 1+ 52 93 +i(Xtq013 — Xsq031)
(V23 —v21), . ‘=
+ T(th@13 + X1q031), (9.44a)
B . ~ o V2 Xi,
013 =i(8 — &')013 —ixzl033 —o11) + zatq (033 + o11)
vlx P+ 11 . (P I -
- TQB +1 s s 013 (9.44b)
033 =1—om, (9.44c)
where
XX/*
Xig = =75 (9.45)

the relationship (y».1 + ¥2.3) = > has been used, and terms of order (y,/8)> and
|8 — &'|/18] have been neglected. These equations differ from equations (8.79) for the
cascade system in that the entire contribution to the decay of the 1-3 state coherence
results from off-resonant scattering of the input fields.

Since (011 + 033) ~ 1, there is a driving term proportional to y, ;5 /28 for the
ground-state coherence. This term actually corresponds to a coherent pumping of
015 by the fields. Note the difference between the dark-state basis and the original
state basis pictures. In the dark-state picture, spontaneous emission populates the
dark state that is decoupled from the field—the dark state is a linear combination
of states |1) and |3), resulting in a coherence between these states. On the other
hand, in the bare-state picture, the steady-state ground-state coherence results from
an equilibrium that is reached between the coherent pumping of that coherence by
the input fields and the decay of the coherence resulting from spontaneous emission
(scattering of the fields into unoccupied vacuum field modes).

The term i[(|x|*/8') — (Ix'|*/8)]6,5 in equation (9.44c) corresponds to a light
shift. You might have expected that the light shift term would be i[(|x|*/8) —
(1x1%/8")]015, reflecting the light shifts from each field separately, but you can verify
that equation (9.44c) gives the correct result by solving the full, three-state problem.
Had we neglected terms of order |§|72, there would not be a steady-state solution.
In that limit, the adiabatic elimination procedure has to be modified somewhat, and
the light shifts are as expected. Details are relegated to the problems.

9.5 Summary

We have seen that the A configuration brings into play new features not found
in the cascade configuration. It is the stability of levels 1 and 3 that leads to new
possibilities for slow light production and the storage of optical signal in atomic
state coherence. We now turn our attention toward coherent transient spectroscopy.
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9.6 Appendix: Force on an Atom in the A Configuration

We can generalize our result on the force on a two-level atom to the three-level atom
with minimal difficulty. In doing so, we gain additional insight into the friction force.
The obvious generalization of equation (5.15) for the time-averaged friction force to
a three-level atom is

F = —hlixk(01, — 021) +ix'K (23, — 023)]- (9.46)
It then follows from equations (9.15a) and (9.15b) that
F = nf(kys1 +K'y23)022 — (koyy +Ko33)]. (9.47)

In steady state, the averaged friction force vanishes regardless of the detunings §, &',
and regardless of the ratio of the Rabi frequencies associated with the coupled
transitions provided that

ky,1 +Ky 3 =0. (9.48)

For counterpropagating fields and k ~ —k/, the friction force vanishes for equal
branching ratios, y,.1 = y2.3 (see reference [6]). Even if condition (9.48) is not
satisfied, the steady-state, averaged friction force vanishes provided that § = §,
since there is a dark state in this limit and 02> = 0 in steady state.

Equation (9.47) can be given a simple physical interpretation. In steady state,
the second term vanishes, and the force arises solely from scattered radiation. Each
photon scattered on the 2-1 transition involves a loss of one photon from field
E, and each photon scattered on the 3-2 transition involves a loss of one photon
from field E’, with a corresponding force on the atoms that is proportional to
the scattering rates ky, 1 and K'ys,, respectively. In the transient regime, there
is an additional contribution to the force, represented by the second term in
equation (9.46). This term corresponds to a stimulated exchange of momentum
between the fields resulting in a corresponding change in momentum of the atoms.

The result (9.47) is valid for all atom-field detunings. In the adiabatic limit of
section 9.4, we can show that the vanishing of the friction force results from the
cancellation of two contributions. From equations (9.46) and (9.42), it follows that
in steady state and for real Rabi frequencies,

kx?o11 . Kx?03
F = hyz 5 + —
Zo4s2 42

013 031 [ O 013
hxx' |k k . (9.49
o [ (V;_iﬁy;wa)* (52—1'8’+V22+i5’>] 049)

Under dark-state conditions (9.14), this force vanishes. When condition (9.48)
holds, the force also vanishes as a result of the cancellation of population and
coherence terms, each of which separately is nonvanishing.
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Problems
1-2. Consider the three-level problem, neglecting decay and for resonant fields.
In dimensionless variables, the equations for the state amplitudes in the
interaction picture are
dC1/dT = —iacz,
dcy/dt = —iacy — ibcs,
des/dt = —ibc;,
wherea = x T, b = x'T, and time is measured in units of T = ¢/ T. Take a and
b to be Gaussian functions of time:
a = (1/y/m)ag exp(—7?),
b = (1/y/m)bo expl—~(z — m)’],
where 7 is a delay that can be positive or negative. Consider the limit in which
ap > 1 and by > 1. Use computer solutions to show thatifat# = —oco,¢; = 1,
it is possible to maximize the state 3 population at T = oo by choosing ) to
be negative (counterintuitive pulse sequence).

To be specific, look at agp = by = 9.5, 10, 11 for tp = 0.75,0, —0.75. Show
that if tp = —0.75, one maximizes the state 3 population at T = oo in a fairly
robust manner.

3. Derive the equivalent of equations (9.13), including collision or dephasing

terms, and without the assumption that § = §'. Show that they are given by

opp = (v2.1¢* + ¥2.35%)022 — 2s*c*T'13(0DD — 08B)
+sc[l3(c* = s*)(ops + 08p) — i(8 — 8')(ops — 08D)].

opp = iX(0B2 — 028) + (v215" + v2.3¢*)022 — 25*c*T'13(088 — 0DD)
+sc[-T13(c? — s*)(opp + 0p) +i(8 — &')(ops — 08D)],

02, = —i X(0B2 — 02B) — Y2022,

0pp =i Xopa + sc[T13(c* — s*)(epp — e88) — (8 — 8')(@pD — 08B)]
—[Tis(c* +sM) +i(8 = 8)(c* = s*)lops
+2s2c 13088 — sc(y2.3 — ¥2.1)022,

0y =iXops — [yns® + yinc® —i(8c” +8's?)lom
—scl(yia — v32) —i(8 = &)]esa,

0py =i X(oBB — 022) — [¥326> + y12s> —i(8s> + 8'c?)]op2
—scl(yia — v32) +i(8 — &)]epa,

Qji =Q;~
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Show that if T'y3 # 0, the dark state is no longer a stationary state of the
system.

. Solve equations (9.15) numerically in dimensionless units, where y, = 1,

x=4x =2, p1=r3=1/2,and s =§ =35, for 011(0) = 033(0) = 1/2
and all other ¢;;(0) = 0. In particular, plot 02> and 33 as a function of time,
and show that they evolve to their appropriate dark-state values.

. Repeat problem 4, but take I';3 = 0.2. Show that in this case, the system

evolves to a steady state that is not a dark state. Repeat problem 4, but take
8§ = 28 = 10. Show that in this case, the system evolves to a steady state that
is not a dark state.

. With |8 — &8'|/|8] < 1, derive equations (9.44). Show that all time derivatives

vanish when the steady-state values of density matrix elements corresponding
to a dark state, equations (9.14), are used.

. Consider pump—probe spectroscopy of a two-level atom (see appendix A in

chapter 7). For a detuning |8| > y, to order x2, there is a dispersion-like
structure centered near §' = §. Prove that there is no absorption at § = §,
but that the index of refraction of the medium is enhanced at this detuning.
Calculate the enhancement factor for a medium having density N.

. Show that the light shifts predicted in equation (9.44) are correct by consider-

ing the steady-state solution of the three-level problem (obtained by computer)
with ¥ = 20, § = 100, and x’ = 0.1 in some dimensionless units. Show
that the maximum of |Im g,5| occurs at § ~ § + 3.85, which corresponds to
8+ x%/8 = 103.85 and not § + x2/8 = 104.0.

. Solve the amplitude equations for the three-level problem in the normal

interaction representation by adiabatically eliminating state 2, assuming large
detunings, and neglecting all decay. Show that the corresponding density
matrix equations are

. XA xx™ .
Q11 = 1 <8Q13 - % 931 ),

8/
. . A P e 'l L W e XX
— (5 — 85y, —i [ X XX, ,
013 = i( )03 — 1 ( 5 5 Jeuti{ 75— Tgmon
033 =1-o11.

The light shifts are now at their expected values, but there is no steady-
state solution to the equations. As such, the procedure used to arrive at
equations (9.42) is not quite correct. The first term in equation (9.42a) arises
from

t
01 =ix’*/ At 5 (t )~ midli=t)
—00

When decay of g,5(¢') resulting from spontaneous emission was included,
015 reaches a constant value and can be removed from the integral. In this
case, however, no steady state is reached, and we must write 9,5() =~
0153(t)e == _with this substitution, the light shift resulting from this
term varies as lez/zS and not I)(I2 /8.

Using the steady-state solution of equations (9.44), prove that the force (9.49)
vanishes when condition (9.48) holds.
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. An interesting limit of equations (9.50) is one where we artificially set y, 3,

v2.1, and y, equal to zero in equation (9.50a), keep I'13 = 0, but allow for a
collision rate I';; = '3 # 0. In this limit, show that the steady-state solution
is opp = opp(t = 0) and 6, = Opy = 0pp = 05 pp = 022 = [1 — 0pD(0)] /2.
This implies that, in steady state, 8,3 = sc[1 — 30pp(0)] /2. The steady-state
values depend on the initial population of the dark state. For example, if we
start in level 1 with equal Rabi frequencies, then g,3 = —1/8 in steady state.
Thus, one can anticipate that there are fwo timescales in the problem when
collisions are present, provided that I'y3 = 0 and I';z = '3 > y». It is possible
to approach the quasi-steady-state values associated with y,3 = 1 = 0
with a rate of order 471 X?/(I'3, + §2), and then approach the true steady-
state values with a rate of order y,07,. To see this, plot p33(¢) for 011(0) = 1,
x = x' =50,8 =§ = 50,1, = I'sp = 60, I'13 = 0, in units where
v2=2y3=2p1=1

When impurity ions are embedded in solids, they can have optical transitions
with lifetimes of several hours. Such systems have large inhomogeneous
broadening. Suppose that in a preparatory phase, a spectral hole was burned
in the frequency distribution such that the distribution of frequencies is
given by

0, —Ayg < A < Ay,
W(A)~ S S, —A, <A< —A,
S Mg <A <A,

where A, > Ag > y. A pulse is incident whose bandwidth is contained in the
frequency window —Ay < A <K Ay, so that it interacts only off-resonantly
with atoms outside this frequency window. Use equations (6.42) [with the
average taken over W(A)] and equation (6.41) to show that this pulse travels
with reduced group velocity. (Thanks to J.-L. LeGouét of Laboratoire Aimé
Cotton for this example.)
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Coherent Transients

Optical spectroscopic methods fall into two broad categories: continuous-wave (cw)
or stationary spectroscopy, and time-dependent or transient spectroscopy. To this
point, we have considered cw spectroscopy, in which the absorption or emission
line shapes are measured as a function of the frequency of a probe field. In coberent
transient optical spectroscopy, pulsed optical fields are used to create atomic state
populations or coherence between atomic states. Following the excitation, the
time evolution of the atoms is monitored. By using different pulse sequences, it is
possible to extract both transition frequencies and relaxation rates from the coherent
transient signals. Whether transient spectroscopy offers distinct advantages over
cw spectroscopy depends on a number of factors, such as signal to noise and the
reliability of line shape formulas [1].

In describing the coherent transient spectroscopy of two-level quantum systems,
one often uses new labels for the relaxation rates that were already encountered
in cw spectroscopy. The quantity y, is referred to as the longitudinal relaxation
rate and T = y, ' as the longitudinal relaxation time. The rate y at which
012 decays is referred to as the transverse relaxation rate and T, = y~' as the
transverse relaxation time. If there is inhomogeneous broadening in the system,
one often associates a relaxation time T, = (Awp)~' with the inhomogeneous
broadening, where Awy is the inhomogeneous frequency width characterizing the
atomic ensemble. In the case of purely radiative broadening (spontaneous emission),
y» = 2y and T} = T,/2. For open quantum systems, an additional relaxation rate,
related to ground-state decay, must also be specified.

10.1 Coherent Transient Signals

The underlying principle of coherent transient spectroscopy is quite simple. Optical
fields are used to create a phased array of atomic dipoles that then radiate a coherent
signal. In a typical experiment, one applies one or more “short” radiation pulses to
an atomic sample and monitors the radiation field emitted by the atoms following
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the pulses. A short pulse is one satisfying
18|, kut, opt, v1, 12T K 1, (10.1)

where t is the pulse duration. Conditions (10.1) allow one to neglect any effects
of detuning (including Doppler shifts or other types of inhomogeneous broadening)
or relaxation during the pulse’s action. The change in the atomic density matrix
following each pulse is determined solely by the pulse area defined as

A= /oo Qo(¢) dt, (10.2)

where we take the Rabi frequency Qq(#) = 2x(¢) to be real and positive. Moreover,
the participation of all the atoms is ensured by the large bandwidth of the short
excitation pulses. Recall that in two-photon Doppler-free spectroscopy, we also had
full participation of the atoms, but at a cost of small signal amplitude, owing to a
large detuning from the intermediate state.

To calculate a coherent transient signal, one must piece together intervals in
which the fields are applied, with intervals of free evolution—that is, evolution in the
absence of the fields. There is a question as to the most convenient representation to
use for the calculations. On one hand, the field interaction representation might seem
the best. This allows for a simple pictorial representation of both the interaction
and free zones using the Bloch vector. The major downside of this representation
is that it is usually defined with respect to a single k vector. If one uses more
than one interaction zone with fields having different k vectors, she has to be
careful to redefine the field interaction representation for each zone. This problem
is avoided if the standard interaction representation is used; from a computational
viewpoint, therefore, the standard interaction representation might be preferred. In
our discussion of coherent transients, we give pictorial representations of coherent
transients using the Bloch vector picture, but base calculations on the standard
interaction representation. In appendix A, various transfer matrices are given in
terms of Bloch variables and field interaction density matrix elements.

When conditions (10.1) hold, it is possible to use an amplitude picture during
the pulse, since the decay terms can be neglected on the timescale of the pulse. In
the standard interaction representation, the state amplitudes during a pulse evolve
according to

(t)e Tk Ralt)=idt (10.3a)
(£)e/RRalOI+idt (10.3b)

é1 = —i)(
62 = —iX
where R,(#) is the position of an atom at time ¢, and decay has been neglected.
For a pulse centered at ¢ = Tj, the inequalities kut, |§|t <« 1 guarantee that an

atom’s position is essentially frozen at R,(T;) during the pulse, as is the phase factor,
et = 9T Moreover, if an atom is going to be at position R at time ¢, then

R,(T)) =R —v(t—T)), (10.4)

where v is the atomic velocity, provided that any changes in atomic velocity resulting
from collisions are ignored. In effect, we have used a “trick” to relate the position
of an atom at time T; to the position R at some later time ¢ at which the signal is
measured.
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As a consequence of these approximations, equations (10.3) can be replaced by

¢ = —iyj(t)e *RAT)=T ) (10.5a)

&y = —iyj(t)e RTHOT (10.5b)

during a pulse centered at # = T; having Rabi frequency €2;(z) = 2x;(t). It is a simple
matter to integrate these equations to obtain

¢ =cos (Aj/2) cf —ie *RT)=T 5in (A;/2) ¢5 , (10.6a)

i =cos (A;/2) ¢5 —ie™*RTHTgin (A;/2) cf, (10.6b)

where =+ refer to times immediately preceding and following the pulse having

area A;.
+

Using this result, one can construct density matrix elements, (Q,I,-)+ = ¢ ¢,
following the pulse in terms of those, (,QZ-I/-)’ = ¢; ¢; ", before the pulse as
+
9{1 9{1
o 0
2 =um | . (10.7)
Q12 Q12
Q£1 Qél
where
U(T;) =
1+ cos A 1 —cos A, isin A; ') —isin Aj e~
1 1 —cos A; 14 cos A; —isin A; e/ ®M isin Aj e—o(T)
2 [ isin Aje M) —isin A; e7 ') 1+ cos A; (1—cos A;) e 2|’
—isin A; ' ®T) isin Aj ' ®T) (1 — cos A;) 2T 1+ cos A,
(10.8)
O(T;) = k;-R(T;) +67T;,
(10.9)
R(Tj)) =R —v(t = T)),
v is the atomic velocity, and R(T;) = R,(T}). Atoms are modeled as two-level

quantum systems, and any changes in velocity resulting from collisions have been
ignored.

Between the pulses, or following the last pulse, the atoms evolve freely in the
absence of any applied fields, with

ol =0k, 0 =-mok, o, =-vol o} =-vol, (10.10)

where we have included for the possibility of an open system by allowing the
repopulation of state 1 to occur at a rate that is different from the rate of population
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loss from state 2. The solution of equation (10.10) is

Q{l(t) 9{1(1‘0)
I I
(t) (to)
Qiz — F(t — 1) Qiz 1. (10.11)
01,(2) 01, (to)
03,(1) 031 (t0)
where
1 2(1—e?) 0 0
0 e " 0 0
F(r) = (10.12)
0 0 e vt 0
0 0 0 e vt

A coherent transient signal is constructed by piecing together field interaction zones
and free evolution periods. For example, for three pulses,

@'(t) = F(z — T)U(B)K(T; — T)U(L)F(T, — T1)U(Th)e' (0), (10.13)

where o! is considered as a column vector. Solutions of this nature are easily
incorporated into a computer program.

Once 0,(R, v, t) has been obtained in this fashion, we use the Maxwell-Bloch
equations (6.25) to calculate the signal radiated by the sample. This can actually get
to be a bit confusing, since the field interaction representation was used in deriving
the Maxwell-Bloch equations. In that derivation, we set 021 (R, t) = g21e* Rt for
a signal field having propagation vector k¢ and frequency w; and found that phase
matching occurs when k; = ws/c. The key ingredient then is to get an expression for

021(R, v, 1) = 0} (R, v, t)e 7! = gy el Rt (10.14)

and to identify both k, and w; in this expression.

We are now in a position to calculate the radiated signal. In all examples, it is
assumed that all fields, including the signal field, are polarized approximately in
the % direction and propagate approximately in the +Z direction. Moreover, it is
assumed that phase matching is at least approximately satisfied and that the duration
of the signal pulse, typically of order y~!, is larger than the sample length divided
by the speed of light (quasi-steady-state regime). In this limit, the Maxwell-Bloch
equations (6.25) for the signal field amplitude Es(Z, t) can be written as

d0Es(Z,t) iksN(Mx)lz

0Z e (031(Z, t)e™ Py e s R, (10.15)

The average is over the velocity distribution or a distribution of wy’s in the case of
inhomogeneous broadening in a solid. If the sample is optically thin, the average
power exiting a sample of length L and cross-sectional area o is given by

[(edime™™)|",

(10.16)

2
P(L,t) = %eoco 7165 (Mx)uNL‘ !

€0
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or, making use of equation (4.27),

2

P(L,t) = ﬁNﬁwo (NMAGL) [{o3y (e )|", (10.17)

8
where N is the total number of atoms in the sample, 1o = 27/ kg, and it has been
assumed that ks ~ ky = wy/c. One could extract the (complex) field amplitude rather
than the field intensity by heterodyning the output with a reference field.

Several illustrative examples of coherent transient phenomena are presented,
applicable to inhomogeneously broadened vapors and solids. The Maxwell-Bloch
formalism is used to analyze free polarization decay, photon echoes, stimulated
photon echoes, optical Ramsey fringes, and frequency combs. Although the exam-
ples considered are fairly simple, it should be appreciated that much more elaborate
coherent transient techniques are applied routinely to probe complex materials such
as liquids and solids. A method for obtaining optical Ramsey fringe using an atomic
beam passing through several spatially separated field zones is discussed briefly in
appendix B.

10.2 Free Polarization Decay

As a first application of the Maxwell-Bloch equations, we consider free polarization
decay (FPD), which is the analogue of free induction decay (FID) in nuclear magnetic
resonance (NMR). The basic idea behind FPD is very simple. An external field pulse
is applied to an ensemble of atoms. The field creates a phased array of atomic dipoles
that radiate coherently in the direction of the incident applied field. The decay of
the FPD signal provides information about the transverse relaxation times. In this
and all future examples, it is assumed that the pulse amplitude is unchanged as the
pulse propagates through the medium, Qy(Z, t) = Q¢(Z — ct, 0). We discuss both
homogeneous and inhomogeneous broadening.

10.2.1 Homogeneous Broadening

A short pulse is applied at T' = 0 having propagation vector k and frequency w, with
k = w/c. Condition (10.1) allows us to neglect any effects of detuning or relaxation
during the pulse’s action. Moreover, we assume that the sample length L is
sufficiently small that

18] (L/c), ku(L/c), y(L/¢c), ya(L/c) < 1, (10.18)

allowing us to neglect any atomic state evolution resulting from relaxation or
atom-field detuning for the time it takes the excitation pulse to pass through the
sample. Before the pulse arrives, each atom is in its ground state, implying that the
components of the Bloch vector are # = v = 0, w = —1; that is, the Bloch vector
points down [see figure 10.1(a)].

During the pulse, the pseudofield vector can be approximated as Q(t) =
[Q0(2), 0, 0], owing to condition (10.1). The Bloch vector precesses in the wv plane
and, for a /2 pulse, is aligned along the v axis just after the pulse. Following the
pulse, the pseudofield vector is = (0, 0, §), and the Bloch vector precesses about
the w axis as it decays.
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Pulse Sequence

(a) w (b)
B(0*)
Q, _>l_v
/ ///
u v_ -~

Figure 10.1. Pulse sequence for free polarization decay and associated Bloch diagrams.
(a) A 7/2 pulse excites atomic coherence. (b) The Bloch vector precesses about the w axis
as it decays. Shown are the Bloch vectors corresponding to three different detunings at time #.

From this result, we can draw two conclusions. First, since the applied field is
off when the atoms radiate, radiation is emitted at the natural frequency wy. This
conclusion follows formally from equations (10.7), (10.11), and (10.13), which can
be used to write

o' (t) = F(t)U(0)a" (0). (10.19)
from which it follows that
oh (1) = —z'%eik“wf (10.20)
and
021 (R, £) = —im‘TAe"k'Re*We*W. (10.21)

It is clear that this density matrix element gives rise to a phase-matched signal in the
direction of the incident propagation vector k; = k and to both a polarization and
signal field that oscillate at the atomic frequency .

Combining equations (10.17) and (10.20), we find that the FPD power exiting
the sample is equal to

)

P(L,t) = %tho (MAGL) S A (10.22)

The signal is maximal for a pulse area of 7/2. A measure of the output power as a

function of time following the excitation pulse enables one to obtain a value for the
transverse relaxation rate y.

As in all coherent transients of this nature, the signal varies as the square of the
density. The incident field pulse creates a phased array of atomic dipoles (similar to a
phased array of antennas). The fields radiated by the dipoles interfere constructively
in the “phase-matched” direction (in this case, the direction of the incident field
pulse), so that the signal emitted in this direction is proportional to the square of
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the number of atoms in the volume. This type of cooperative emission is to be
distinguished from cooperative effects in spontaneous decay from an ensemble of
atoms (superradiance). Cooperative spontaneous decay is a purely quantum effect—
the atoms never acquire a dipole moment. For a pencil-like sample, the neglect
of cooperative decay effects is based on the assumption that N'L/k> <« 1 (see
references [2-5]).! In this limit, the coherent radiated field energy, obtained from
equation (10.17), is always much less than the energy originally stored in the sample.
Most of the energy originally stored in the sample is lost via incoherent emission
(spontaneous decay).

10.2.2 Inhomogeneous Broadening

Often, the atoms or molecules are characterized by an inhomogeneous distribution
of frequencies—that is, there can be a distribution of transition frequencies distrib-
uted about a central frequency @p. In a solid, this can occur as a result of different
strains in the host medium, as discussed in section 7.3. In a vapor, the velocity
distribution of the atoms results in a distribution of atomic transition frequencies,
when viewed in the laboratory frame. To discuss both solids and vapors in the same
context, we define

§=8(wy.k,v)=wy—w+k-v
=8+k-v=8+A+k-v, (10.23)

where
3:6{)0—&), 50:6)0—&), A:a)()—d)o. (1024)

For a solid, there is an inhomogeneous frequency distribution, W¢(A), which, for
the sake of definiteness, we take as the Gaussian

1 )
Wi (A) = ﬁiae-m/m , (10.25)

where o, characterizes the width of the inhomogeneous distribution. In a vapor,
A = o, = 0, but there is a Maxwellian velocity distribution

1

—(v/u)?
We /), (10.26)
TUu )

Wo(v) =

where u is the most probable atomic speed. For moving atoms, we must include the
velocity-dependent terms in the phase factors e*KR(T) = oFkR—=T)l that appear
in equation (10.7).

I'In the case of inhomogeneously broadened media, the condition is N'L/k* <« 1 is replaced by
NL/R (y2/Aw) < 1, where Aw is the inhomogeneous width. Cooperative effects of this nature also
occur for classical dipoles; the radiative damping of any one dipole is modified by the fields radiated by
the other dipoles.
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Figure 10.2. Free polarization decay signal for stationary (dashed curve) and inhomoge-
neously broadened (solid curve) atoms.

The net effect of including inhomogeneous broadening is that equation (10.22)
must be replaced by

s (2
P(L.t) =Py |(03,(t)e"*")|
sin? A : 2
=Po— ‘ / dv W (v) / dAWg(A e+t
.
A
= P e el 2 2, (10.27)
where 3y S
Po = QNRQ)O(NKOL), (10.28)
Xo = 2mc/@o, and we used the fact that
Qél(t)e_i(” - — Si;Aeik-R(O)e—Vte—i(50+A)t
- —iSigAeik“‘*vﬂe*ﬂe*’“owf. (10.29)

In a solid, # ~ 05 in a vapor, o,, ~ 0.

If 0, > y (solids) or ku > y (vapors), the signal decays mainly as a result
of inhomogeneous broadening. To use a Bloch vector picture to model FPD in
an inhomogeneously broadened system, we must remember that between pulses,
the effective detuning appearing in the field interaction representation is §(wp, k, v).
Bloch vectors corresponding to different frequencies precess about the w axis at
different rates, implying that the optical dipoles created by the pulse lose their
relative phase in a time of order Ty = o,! (solids) or (ku)~! (vapors) [see
figure 10.1(b)]. The FPD signal can be used to measure T, which can be viewed as
an inhomogeneous, transverse relaxation time. In a room temperature vapor, ku/y
is typically of order of 100. In a solid, o,,/y can be orders of magnitude larger. In
figure 10.2, the FPD signal P(L, #)/Py is plotted as a function of yt for a pulse area
A=m/2,0, =0,and kju/y = 0 (dashed curve—stationary atoms) and kju/y = 10
(solid curve—inhomogeneously broadened sample).
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The rapid decay of the FPD signal in inhomogeneously broadened media has a
simple physical explanation. The pulse excites a phased array of atomic dipoles that
begins to radiate coherently. However, these atoms radiate at different frequencies
as seen in the laboratory frame. After a time on the order of the inverse of the width
of the inhomogeneous frequency distribution, the dipoles are out of phase, and while
each atom radiates coherently, there is no longer any constructive interference from
the ensemble of atoms.

10.3 Photon Echo

Although the FPD signal produced by short excitation pulses decays in a time of
order T, the coherence of individual atoms decays in a much longer time, T5. The
question arises as to whether it is possible to bring all the atomic dipoles back into
phase so that they can radiate a coherent signal. The photon echo accomplishes this
goal, although it has very little to do with either photons or echoes, but it does
sound good. The photon echo, first observed in ruby by Kurnit et al. [6], is the
optical analogue of the spin echo in NMR [7]. A pulse having propagation vector k;
and frequency w is applied at = 0, and a second pulse having propagation vector
k, = k; is applied at # = T51. The echo is radiated at time t = 2551 in a direction
ks = ky. There are many ways to explain echo formation and some of these are
indicated in the following.

In the Bloch vector picture, a 7/2 pulse excites the optical dipoles at t = 0,
bringing the Bloch vector along the v axis [figure 10.3(a)]. The Bloch vector then
begins to precess in the uv plane at a rate equal to the atom—field detuning. In an
inhomogeneously broadened medium, the Bloch vectors associated with different
atoms precess at different rates and dephase relative to each other in a time T
[figure 10.3(b)]. The dipole coherence is not lost, however. If at time T51 a 7 pulse
is applied, the net effect of the pulse is to cause a reflection about the #w plane
[figure 10.3(c)]. As the atoms continue to precess at different rates [figure 10.3(d)],
the rates are such that the Bloch vectors for all the atoms become aligned with
the —v axis at time ¢t = 2151 and the “echo” signal is emitted [figure 10.3(e)].

It is not necessary that the pulse areas be equal to w/2 and 7, although these
areas lead to a maximal signal. What is necessary is that the second pulse produce
at least a partial reflection about the #w plane. This reflection takes the Bloch vector
components # + fv into # — iv or, equivalently, takes density matrix element g1
into 9,1. Since 012 and 971 are related to the real and imaginary parts of the average
dipole moment operator, the second pulse must couple these real and imaginary
parts. Such coupling is impossible for a linear atom—field interaction. Thus, by its
very nature, the photon echo can occur only when a nonlinear atomic response is
present.

An alternative way to picture echo formation is to use phase or double-sided
Feynman diagrams [8] that keep track of the relative phase of the different dipoles.
Diagrams similar to those indicated in figure 10.4 were introduced by Beach,
Hartmann, and Friedberg in the context of a “billiard ball echo model” [9] and
have been used extensively in theories of atom interferometry. Each line represents
a field amplitude. The abscissa is time, and the ordinate is the phase associated with
the amplitude. As in the Bloch vector picture, the phases represented in this diagram
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Figure 10.3. Pulse sequence and Bloch vector picture of the two-pulse photon echo.

are those associated with the field interaction representation. In the absence of any
interactions, it follows from equations (2.99) that the phase associated with the state
1 amplitude in the field interaction representation is 8¢/2 and that associated with
the state 2 amplitude is —5¢/2, where § is given by equation (10.23) with k = k;. In
these diagrams, the phase of each amplitude is displaced by —8¢/2 so that the state 1
amplitude evolves without any phase change and the state 2 amplitude evolves with
a phase equal to —5¢.

Suppose that a pulse is applied at # = T; that drives transitions between states 1
and 2. When state 1 is converted to state 2, the state 2 amplitude acquires a phase
factor e=°*=T)) following the pulse. When state 2 is converted to state 1, the state 1
amplitude acquires a phase factor ¢”°*~7/) following the pulse.

The concepts are best illustrated by making reference to figure 10.4, which is
the phase diagram for the photon echo. An atom starts in state 1 at t+ = 0. At
t = 0, a pulse is applied that creates a coherent superposition of states 1 and 2.
The pulse duration is sufficiently small that it appears to be instantaneous in this
and subsequent diagrams. The phase associated with the state 1 amplitude does not
change following the pulse, but that associated with the state 2 amplitude does,
varying as —8¢t = —(89 + A + k;-v)¢ following the pulse, as seen in the figure.
The slope of this line differs for atoms having different A or v. A vertical cut
establishes the density matrix element of interest, and the vertical distance between
the two amplitudes is a measure of the relative phase of the amplitudes, in the field
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Figure 10.4. Phase diagram for the two-pulse photon echo.

interaction representation. For example, between ¢ = 0 and ¢ = T3y in figure 10.4,
the density matrix element g1, has been created with relative phase

¢ =0—(=5t) =8t =(80+A+k; V)t (10.30)

which grows with increasing ¢.

The application of a second pulse at # = Tp; converts 915 to g21. This is seen in
the figure by the change that occurs for both state amplitudes at time T51. State 1 is
converted to state 2, which acquires a phase —(8p + A + kq - v)(t — T>1) following
the pulse. Simultaneously state 2 is converted back to state 1, which has no further
phase accumulation—that is, the state 1 amplitude acquires a phase factor (=11
that combines with the phase factor e=*%* produced by the first pulse to result in a
constant, net phase factor, e=°™21 for the state 1 amplitude following the second
pulse. What is not shown in the diagram are the weighting functions for conversion
of the state amplitudes, which are proportional to the sin or cos of the pulse
area.

One finds significant contributions to the dipole coherence at a given time only
when the relative phase is the same for all the optical dipoles at that time. Owing to
inhomogeneous broadening, the slopes of the slanted lines in figure 10.4 would differ
for different atoms in both solids and vapors. On averaging over an inhomogeneous
frequency distribution, the average dipole coherence vanishes, except at times near
crossings of the state amplitudes, where the relative phase of all the dipoles is nearly
equal to zero.

Between ¢ = 0 and ¢t = T, this occurs only near t = 0, where an FPD
signal is emitted. However, following the second pulse, the state amplitudes in
figure 10.4 intersect, and the dipoles are rephased at ¢t = 2Ty, independent of
the value of v or A. The pulse sequence has resulted in the dephasing-rephasing
process represented schematically in figure 10.3. The echo signal is radiated at time
t~27T.

Analytical calculations of the signal intensity can be carried out using equa-
tions (10.7), (10.11), and (10.13)—namely,

o'(t) = F(t — T1)U(Ta1, ki )F(T21)U(0, kq )@ (0), (10.31)
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where the explicit dependence of U on k; has been indicated. The resulting
expressions are rather complicated, in general. However, if 0, 51 > 1 (solid) or
kiuTry > 1 (vapor), only those terms in the density matrix sequence indicated
schematically in figure 10.4 survive the average over the inhomogeneous frequency
distribution in the vicinity of the echo at ¢ ~ 2Ty. All other terms are smaller by
at least a factor of order exp[—(kiuTz1)?/2] or exp|[—(0,T31)?/2]. You can convince
yourself of this by working out all the terms and carrying out the average over A
or v. The survival of only a limited number of terms when there is inhomogeneous
broadening is a key feature of coherent transients. One draws phase diagrams to
isolate the terms that contribute.
From figure 10.4, we see that to arrive at 021(¢), only the chain of interactions

011 = 012 —> 021 (10.32)
contributes significantly. Thus, using equations (10.7) and (10.11), we find

01,(0%) = %sin Aje~ R (10.33a)

o1, (T7) = of,(0M)e P, (10.33b)
A A

921 (le) — sin? ( 5 ) 2iky - [R=v(t—Th1)] 21(80+A)T21Q{2 (Tﬂ)’ (10.33¢)

ol (t) =04y (o)) e7r =T, (10.33d)

At time # > Ty, we find an averaged density matrix element,
(021(R. 1)) = (@, (£)e/Bo+AIty g=ior
. A .
kiR _; : 2 2 —iwt
=fe’ "sin Ajsin® | — | e
2 1 ( 2 )
% e Vlemi®0(t=2To1) =0y (1=2T1)* /4 p— ki (t-2T01 ' /4
(10.34)

The signal pulse propagates in the k; direction. The corresponding power exiting
the sample is

P(L.1) = Py | {0 (1)~ +40)|®

.2 . 4
—p, ™M A sin’(A/2) —2y1 p=02(1-2Tn1)*/2 p— ki (1=2T51)? /2
= 0 4 e 5

(10.35)

where Py is given by equation (10.28).

The echo signal is radiated for times ¢ ~ 2T51. The echo intensity near ¢ = 2T,
mirrors the FPD intensity immediately following the first pulse. Experimentally, one
monitors the maximum echo intensity at ¢ = 27T5; or the integrated echo intensity
about t ~ 2T5; as a function of the pulse separation Tp;. Both these signals vary as
e~*T1_ allowing one to extract the transverse relaxation time T, = 1/y from such
experimental data.
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Figure 10.5. Free polarization decay and photon echo signal power following the second
pulse in the photon echo pulse sequence for a vapor (o, = 0) having kju/y = 30,1, = y21 =
2y, and yT; = 0.5. The dashed curve corresponds to pulse areas (A; = /2, A, = 7/2),
while the solid curve corresponds to pulse areas (A; = 7/2, A = 7).

To prove that equation (10.34) corresponds to the main contribution to the echo
signal at t ~ 2Ty; when kjuTy; > 1, we can evaluate the exact expression (10.31)

for t > T5; using equations (10.8) and (10.12). For y» = y».1 and §p = o, = 0, we
find

(021(R, 2)) = = ki Rgior {sin A sin’ (Az> o Vo ki (t-2Tx) /4
) > 5
— sin A; cos® (AZ) o Ve kit /4
2

+ sin Ay [—1 + 2sin? (131) eVZT“] eV (t=Tor) p—hu (t=Thy )2/4} .
(10.36)

The first term corresponds to equation (10.34), the second term is the remnant of
the free polarization decay signal following the first pulse (modified somewhat by
the second pulse), and the third term is the FPD signal following the second pulse
[proportional to the population difference, 022(T51) — 011(Tz1), at the time of the
second pulse]. For kjuT; > 1, the second and third terms are negligibly small in
the vicinity of the echo. In figure 10.5, the signal P(L, #)/Py is plotted as a function
of yt for pulse areas (Ay = /2, A, = n/2) and (A = /2, Ay = x) for t > Tr; and
kiu/y = 30. The second term in equation (10.36) contributes negligibly, while the
third term gives rise to the FPD signal following the second pulse when A, = 7/2,
but does not contribute when A, = 7. The first term gives rise to the echo signal,
with the optimal echo intensity occurring for (A; = 7/2, Ay = 7).

For experimental reasons, it is often convenient to use a different propagation
vector for the second pulse. Let ky and k, be the propagation vectors of the first
and second pulses, which have identical carrier frequencies w. In that case, the only
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difference is that equation (10.34) is replaced by
(021(R, 7)) = <Q§1(t)e—i<60+A>r> oot

i _— .
- ie’<2k2—‘<1>'Re—““t sin Ay sin?(Ay/2)e” "

Xefi&)(tszZI)efauz)(172T21)2/4/dv\%(v>ei[k1~vT217kz~v(t7Tz1)] (10.37)

implying that signal propagates in the ky = 2k, — k; direction, enabling one to
separate it from the incident field directions. Recall that o,, = 0 for a vapor and
Wo(v) = 8p(v) for a solid, where §p is the Dirac delta function.

In equation (10.37), there are two things to note. First, the phase-matching
condition ks, = ws/c necessary for pulse propagation is no longer satisfied exactly,
since k, = |2k2 — k1|, ki = k) = w/c, and w; = @y; however, for v ~ @ and for
fields that are nearly collinear, the effects of phase mismatch are negligible as long as
(k* — @§/c*) L* < 1. Second, there is now a qualitative difference between the solid
and vapor case. Owing to the fact that the detuning depends on the propagation
vectors for the vapor, it is not possible to exactly rephase all the dipoles in the vapor
when k; # k,. If ‘kz — k1‘ uTy; « 1, however, nearly complete rephasing of the
dipoles occurs for t ~ 2T;.

As can be deduced from figure 10.4, the signal is sensitive only to off-diagonal
density matrix elements in the entire time interval of interest. Thus, any disturbance
of the off-diagonal density matrix elements or optical coherence is reflected as a
decrease in the echo intensity. As such, echo signals can serve as a probe of all
contributions to transverse relaxation. Transverse relaxation generally falls into
two broad categories that can lead to qualitatively different modifications of the
coherent transient signals. First, there are dephasing processes that produce an
exponential damping of the coherence and contribute to y. Second, there are spectral
diffusion (solid) [10-13] or velocity-changing collisions (vapor) [12-15] in which
the frequency associated with the optical coherence undergoes changes. Such terms
enter the optical Bloch equations as integral terms, transforming the equations into
differentio-integral equations. In a solid, the change in frequency can be produced
by fluctuating fields acting at each atomic site. The situation in vapors is a bit
more subtle. The phase-changing and velocity-changing aspects of collisions are
entangled and cannot be separated, in general [14]. If the collision interaction is
state-independent, however, as it is for some molecular transitions, then collisions
are purely velocity changing in nature, leading to an echo that decays exponentially
as T3, for early times and T5; for later times [15]. For electronic transitions, collisions
are mainly phase changing in nature, but there is a velocity-changing contribution
that persists in the forward diffractive scattering cone. This diffractive scattering has
been observed for Na- [16], Li- [17], and Yb- [18] rare gas collisions using photon
echo techniques.

10.4 Stimulated Photon Echo

Up to this point, we have considered pulse sequences that are useful for measuring
transverse relaxation times. Now, we examine stimulated photon echoes, which
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Figure 10.6. Phase diagram for a three-pulse stimulated photon echo. There are two
sequences leading to this echo, one with g2, and one with g1 during the time interval T.
The diagrams are drawn for k; ~ k;.

can be used to simultaneously measure both transverse and longitudinal relaxation
times. Stimulated photon echoes have become an important diagnostic probe of
relaxation in condensed matter systems. The pulse sequence consists of three pulses,
having areas Ay, Ay, A3, and propagation vectors ky, ky, ks, with k& = w/c. The time
interval between the first two pulses is T51, and pulse 3 occurs at time T3 = Ty + T.
The phase diagrams giving rise to a signal in the (k, + k3 — kq) direction are shown
in figure 10.6 for k3 = k,. There are additional diagrams, giving rise to signals in
other directions.

There are some new features in this phase diagram. First, there are two sets of
paths that lead to an echo signal, one corresponding to population 11 and the other
to 027 in the time interval T. Moreover, since the propagation vector changes from
the first to the second pulse, there is no longer a single field interaction representation
that can be applied to the entire chain of density matrix elements when one considers
a vapor. As a consequence, it is convenient to view the state 1 amplitude as acquiring
a phase —(k; —k;) - v(z — T>1) following the second pulse interaction on the upper set
of paths and phase —(k; — ky) - v(t — 1 — T) following the third pulse interaction
on the lower set of paths. These phases are shown in the diagram and can also
be calculated directly using the standard interaction representation, as we do later
in this section. If k; # kj, the two paths in each set of diagrams do not intersect
identically at the echo time for a vapor and the signal is degraded.

It is assumed that Tp; is greater than the inhomogeneous relaxation time T.
The signal contains contributions from the optical coherence (off-diagonal density
matrix elements) in the time interval 0 < ¢ < Ty and for times # > Ty + T, and
contributions from atomic state populations (diagonal density matrix elements) in
the time interval T between the second and the third pulses. The echo appears when
t— (T +T)~ .

To evaluate the echo signal, we need the sequence

o011 — 012 — (022 — 011) —> 021- (10.38)
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The calculation proceeds much as in the photon echo case. The only new feature
is the free evolution of (g2 — ¢11) between T3y and Tp; + T. Following the second
pulse, it follows from equations (10.7) to (10.10) that

on(T}) = —isin Ae'® ol (T;;) /2, (10.39a)
on(T}) = isin Ay’ ™ol, (T5)) /2. (10.39b)

Note that 011( T} )+022(T5;) = 0; these are contributions to the total population that
are proportional to ol,(T;;) and represent changes to and not the total population.
From equations (10.39) and (10.12), we obtain

02 (B +T) ] —on [(Ta + T)7| = —isin A" G(T)oi,(T;,). (10.40)

where

-nT 1
G(T) = e <1+y2’1> + — (1_7/2,1). (10.41)
2 %) 2 V2

With this step established, it is easy to piece together the stimulated photon echo
chain (10.38) as

(021(R, 1)) = (i /4)e’ PR k)R =it 6 A sin Ay sin Aze™?F=2T1=T)

x G(T)e=2r Tt gmidolt=2Tn=T) =03 (t-2Tu1=T)*/4
X/dv%(v)ei[kl'VTZIJF(kI*kZ)'VT*QkZ*lﬂ)'V<t*T21*T)] (10.42)

and the output power is proportional to |{021(R, #))|>. The optimal pulse sequence
consists of three /2 pulses. Phase matching can be achieved only if |k; — ks | L < 1.
In a solid, the integral in equation (10.42) is equal to unity, and the echo signal is
maximal for ¢t = T + 2T51. In a vapor, the echo signal is degraded if k; # ky;
however, if ky ~ ky, then at t = T + 2151, the echo amplitude varies as

e 72T p=2v T e*|k17kz|2“2(T+2Tz1 /4 (10.43)

By varying the angle between k; and k;, one can determine the Doppler width kju.
By monitoring the echo signal at t = T + 2151 as a function of T>q (T), one obtains
information about the transverse (longitudinal) relaxation.

For k; ~ k;, an echo signal is generated when the relative inhomogeneous phase,
(80+ A+ky-v)Tr1, acquired in the time interval Ty, is canceled by the relative phase,

[(6o+A+ky-v)— (ki —ka) - v](t — To1) = (80 + A + ki - v) (t — Tp1),

acquired in the interval Tp; following the third pulse. If, between the second and
third pulses, the frequency (solid) or velocity (vapor) has changed owing to spectral
diffusion (solid) or velocity-changing collisions (vapor), the phase cancellation is not
complete. Thus, the echo signal as a function of T provides information about these
relaxation processes. For a closed two-level system (2.1 = 1»), G(T) = e 2T; as
a consequence, the rate of spectral diffusion or velocity-changing collisions must
be of order or greater than y, to be observable. On the other hand, for open
systems, G(T) is constant for y, T > 1 (see figure 10.7). As a result, one has a much
longer time to observe such effects, since G(T) is nonvanishing over some effective
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Figure 10.7. Graph of the function G(T) as a function of y, T. The stimulated echo signal is
proportional to G(T)2. For a closed system (y».1 = 2, dashed curve), G(T) decays to zero, but
for an open system (y,.1 = y2/2, solid curve), G(T) assumes a constant value for arbitrarily
long T.

ground-state lifetime (taken here to be infinite). One can exploit this feature of open
systems to study spectral diffusion or velocity-changing collisions with very high
sensitivity since T can be chosen to be much larger than y, ' [19,20].

Open systems also offer interesting possibilities as storage devices. Since the
effective ground-state lifetime can be as long as days in certain solids, one can write
interferometric information into the sample by replacing one of the first two pulses
by a signal pulse and reading it out at a later time with the third pulse. In the case
of vapors, it is also possible to replace some of the incident pulses by standing-wave
fields. In this manner, modulated ground-state populations with associated Doppler
phases of order kuT can be created and rephased, providing sensitivity to velocity-
changing collisions as small as a few cm/s.

If a A system is substituted for the two-level atom, then information can be stored
in the coherence between levels 1 and 3 in the time interval T. Since these levels can
be chosen as two sublevels of the ground-state manifold, this type of scheme offers
an attractive way of storing information in a long-lived internal state coherence. An
example of this nature is given in the problems.

10.5 Optical Ramsey Fringes

We have seen that coherent transients can be used to measure relaxation rates. With
a slight modification of the stimulated photon echo geometry, it is also possible to
use coherent transient signals to measure transition frequencies as well! By choosing
k; = —ky, we can generate a phase-matched signal in the

ki=ki —ky+ ks =~k

direction. Moreover, in weak fields, the amplitude of the signal field is proportional
to the conjugate of input field 2. As a consequence, the signal is referred to as a
phase conjugate signal. To simplify matters, we set k; ~ k; and neglect terms of
order [ky — ko| (T + Ty).
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Figure 10.8. Phase diagram for a stimulated pulse echo sequence giving rise to optical Ramsey
fringes in a vapor, but to no signal in an inhomogeneously broadened solid.

The echo signals produced in this manner are the optical analogues [21,22]
of Ramsey fringes [23], a method proposed by Norman Ramsey for measuring
molecular transition frequencies using spatially separated oscillatory fields. As
proposed by Ramsey, a molecular beam passes through two field interaction zones
separated by a distance L. In effect, the first interaction starts a clock, and the
second interaction stops the clock. In the interim, one measures the relative phase
of the oscillatory field with that of the molecular transition as a function of the
frequency of the oscillatory field. The resultant signal allows one to achieve a
frequency resolution of order v,/ L, where v, is the longitudinal speed of the beam.
A method for producing Ramsey fringes using an atomic beam passing through
several, spatially separated optical fields is discussed in appendix B.

To explore the possibility of obtaining optical Ramsey fringes in vapors and
solids, we consider the phase diagram shown in figure 10.8. The density matrix
chain leading to the optical Ramsey fringe signal is

011 —> 021 —> (022 — 011) = 021- (10.44)

There is a qualitative difference between the phase diagrams of figure 10.8 and
figure 10.6. At time t = 2T5; + T, the lines representing the state amplitudes do
not cross in figure 10.8, even for k; = k. Rather, they are separated by a phase
difference of ¢y = —2(80 + A)Tr1. The phase shift resulting from Doppler shifts
cancels att = 2T1+ T (for ky = k;), but not the phase shift resulting from the atom-
field detuning. The significance of these results will become apparent immediately.
The averaged density matrix element in the vicinity of the echo can be calculated
using the chain (10.44) as

(021(R, 1)) = (i /4)e > Re=1 sin A; sin A, sin A3 G(T)e 7 #=2T1=T)

% =21 Tt pibo(t=T) =02 (t=T) /4 ,—2u(t=2To ~T)* /4 (10.45)
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In a solid, the signal is negligibly small near ¢t = 215y + T since 0,131 > 1. (There
are no optical Ramsey fringes in an inhomogeneously broadened solid owing to the
average over A.)

In a vapor, however, an echo is formed at time # ~ T 4+ 2'T>;. Although the lines
corresponding to state amplitudes 1 and 2 do not cross at this time, the relative
phase is the same for all the atoms. (Recall that A = 0 in a vapor, so there is
no average over A to kill the signal, as in solids.) At ¢ = T + 2T, the averaged
density matrix element (p,1) varies as e 2% "1 a factor that was absent when all
fields are nearly copropagating. This phase factor is the optical analogue of the phase
factor that is responsible for the generation of Ramsey fringes. One can measure the
phase factor directly by heterodyning the signal field with a reference field, or by
converting the off-diagonal density matrix element to a population by the addition
of a fourth pulse in the —k; direction at time t = T + 2T5;. The population can
be detected, for example, by the spontaneous emission signal emitted by the excited
atoms. In either case, the signal varies as cos(280T>1). In itself, this dependence is
useless for determining the optical frequency, since one cannot identify the fringe
corresponding to 8§y = 0. It is necessary to take data as a function of §y for several
values of Tp1, and then average the data over Tpy; in this manner, the central fringe
can be identified [24]. Using a four-pulse sequence of this type on an ensemble of
ultracold, laser-cooled atoms, Degenhardt et al. achieved a relative uncertainty of
one part in 10'* on the Ca intercombination line [25].

A typical Ramsey fringe pattern, proportional to

mw=/¢MWMM@mmﬁmBn (10.46)
0

for ﬁxe_d T, is shown in figure 10.9 as a function of a = 8yT>1 for yTr; = 0.2 and
ATy /1 = 0.3, assuming a distribution function

o =T - This A
W(T) = . (10.47)
0 otherwise

For 8y = 0, all phases cancel, and the signal is a maximum. As 8yT>; increases, the
averaged signal begins to wash out. Experiments of this type allow one to measure
optical frequencies with accuracy of order T;;'. While this would appear to be
“subnatural” resolution for To1 > yz_l, such a designation is somewhat misleading.
The Ramsey fringe signal in this case diminishes as e=2221, so the ability to measure
a signal always boils down to a question of signal to noise.

The optical Ramsey fringe geometry has been reinterpreted as an atom inter-
ferometer [26,27]. It is not difficult to see how such an interpretation is possible
for any coherent transient signal that leads to echo formation. As is evident
from figures 10.4 to 10.8, there are two paths that combine to produce the echo
signal. One can interpret each path as representing one arm of an interferometer,
although the analogue with optical interferometers is somewhat misleading. Optical
interferometers rely on the wave nature of light for their operation, but as discussed
in this chapter, the wave nature of the atoms’ center-of-mass motion plays no role
in echo formation. On the other hand, the interpretation becomes cogent when
the atomic motion is quantized, since there are frequency shifts associated with
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Figure 10.9. Ramsey fringe signal H as a function of a = 8Ty for yT,; = 0.2 and
ATy /Ty =0.3.

the recoil atoms undergo on emitting or absorbing radiation that are different for
the upper and lower pairs of paths shown in figure 10.8 (see appendix B). Atom
interferometers are discussed in chapter 11, where the importance of quantum
aspects of atomic motion are explored in more detail.

10.6 Frequency Combs

There has been a mini-revolution in metrology owing to the development of
frequency combs. Frequency combs refer to the spectral distribution of the output
of a mode-locked laser. By completely specifying and stabilizing the frequency of
each “tooth” in the comb, one can use the beat frequency between the comb teeth
and optical frequency standards to actually “count” optical cycles. Moreover, the
combs allow one to compare frequency standards differing by frequencies on the
order of optical frequencies. John Hall and Theodor Hansch shared the Noble Prize
(with Roy Glauber) in 2005 for their work on laser-based precision spectroscopy,
involving, but not limited to, the development of frequency comb spectroscopy.
We give a very brief introduction to the principles involved in the generation of
frequency combs. More detailed accounts can be found in references [28-31].

In a laser cavity, the mode structure is determined by the length of the cavity. In
other words, for a cavity of length L, possible mode frequencies are

Wy, = nwy, (10.48)

where w, =nc/L =21/, (10.49)
and t, = 2L/c is the round-trip time of light in the cavity. To construct a laser using
such a cavity, one must put an active medium inside the cavity. An active medium
consists of atoms that have been incoherently excited to produce a population
inversion of some of the atomic levels. In other words, the levels involved in the
laser transition must be maintained with more population in the higher energy
state. Depending on the degree of population inversion, the closeness of the atomic
transition frequency to a cavity frequency, and the atomic density, one or more
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modes may be above threshold for lasing. The actual frequency of the modes will be
changed somewhat from the cavity mode frequencies owing to the presence of the
medium, but the spacing between modes remains an integer multiple of w,.

When a large number of modes are above threshold, they normally have random
phases, resulting in a laser output that is quasi-continuous. To produce the short
pulses needed to generate frequency combs, it is necessary to phase lock the various
modes [32]. Mode locking can be accomplished actively by placing an acousto-optic
or electro-optic modulator in the laser cavity that modulates the light in the cavity
with a frequency w,. Such active mode locking can produce pulse widths on the
order of picoseconds. To achieve the femtosecond pulses used in frequency combs,
passive mode locking is employed. In one approach to passive mode locking, a
saturable absorber is placed inside the laser cavity. As was shown in chapter 3,
once a transition is saturated or bleached, the relative absorption of an incident field
increases very slowly with increasing field strength. As such, a saturable absorber
favors the passage of intense fields. When placed in a cavity, a saturable absorber
can result in a nonlinear absorption coefficient that is modulated at frequency w,.
The mode coupling in the presence of a saturable absorber is modified in such a
manner that results in phase locking of the modes. The field inside the cavity then
consists of a narrow, intense pulse that propagates between the cavity mirrors, a
small part of which is coupled out of the cavity, resulting in a train of equally spaced
pulses. An alternative method for achieving passive mode locking that is used in the
titanium-sapphire laser is based on lensing produced by the Kerr effect [33]. The
Kerr effect is the change in the index of refraction of a medium produced by intense
fields (see problem 1 in chapter 7).

Let us imagine that N+1 modes are above threshold. We set the central frequency
equal to

Weentral = Oc + Wph, (1050)

where w. = mow, corresponds to one of the cavity modes in the absence of the
medium, and wy), is the offset resulting from the presence of the medium. Thus, the
output frequencies are given by

Wy = W + 1w, + Wy, (10.51)

and 7 runs from —N/2 to N/2 (assuming N to be even).
The Fourier transform of the positive frequency component of the field is assumed
to be of the form of a comb of frequencies,

N/2

E (w)=g(w—w) Z S(w—wc—nw, —wph), (10.52)
n=—N/2

where g(®) is a smooth function (think Gaussian) that is centered at @ = 0 and
has a width that corresponds to anywhere between several thousand and a million
modes. Since this spectral function cuts off the modes that are below threshold, we
can extend the sum as

o0
E (w) =glw— ) Z 8w — o, — nw, — wpp) (10.53)

n=—0o0
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without making any significant errors. What we achieve here is that the sum is now
a periodic function of (w — w. — wyy;,) and can be expressed as a Fourier series,

o]

oo
S 5 (0w — iy —opp) = — 3 erinlo-ocon)ior (10.54)
n=—00 R ——

Combining equations (10.53) and (10.54), and taking the Fourier transform, we
obtain

[ il )
E.(f) = e—iwt w—w ein W=we=wpy )T ]
)= 5 /W glo—w) Y

—iwt

n=—oo

e

S flt—nr)emorn, (10.55)

wy

where f(t) is the Fourier transform of g(w). Thus, if g(w) is a Gaussian having a
width on the order of Aw, then f(¢) is a pulse envelope having a temporal width of
order 7, = 2/ Aw. We see that a frequency comb corresponds to an infinite number
of pulses in the time domain, with the time between pulses equal to z,.

From equation (10.55), it follows that the maximum of the pulse envelope
does not, in general, coincide with a maximum of the pulse amplitude. The phase
difference between successive amplitude maxima relative to the pulse envelope
maxima is given by

Adpp = 0T + 0pp T = wppT, (modulo 27), (10.56)

since w7, = nyw, 7, = 2wy = 0 (modulo 27). Thus, the phase shift from pulse
to pulse is a linear function of pulse number. The phase slippage results from the
difference between the phase velocity and the group velocity of the pulses in the
cavity, which, in turn, is caused by the presence of the medium in the cavity. Some
of these results are depicted in figure 10.10.

We can now characterize the laser output. In the frequency domain, w, /27w
typically ranges from MHz to GHz, Aw/27 (number of excited modes times w, /27)
is typically 1 to 100THz, and w;),/27 is in the MHz range. In principle, the
frequency width of each tooth in the frequency comb can be sub-mHz, determined
by the quality factor of the cavity (the inverse of the fraction of energy lost from the
cavity each round-trip), the total power output of the laser pulses, and spontaneous
emission processes, but in practice, the width is several orders of magnitude larger
owing to technical noise. (The relative frequency stability of different comb teeth
can be as small as a few pHz [34].) In the time domain, the width 7, = 27/Aw
can be as small as several fs, and the time between pulses 7, is typically in the 10-ns
range.
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Figure 10.10. (a) Output of a mode-locked laser in the time domain. The duration of each
pulse is of order v, = 2n/Aw, where Aw = Nw,, and N is the number of modes above
threshold. (b) Frequency spectrum of the output. The frequency range of excited modes is of
order Aw = Nw, = 27 N/7,. (Adapted from reference [31].)

The main point is that in order to maintain the integrity of the comb, one need
only stabilize two radio frequencies, w, and w,;,. Methods for doing this can be
found in reference [31]. Stabilizing the comb to radio frequencies in effect connects
radio frequency standards with optical frequencies. The only thing needed is a
method to measure w,y, such that the frequencies can be determined in an absolute
sense. This has become possible recently with the development of optical fibers
that can broaden the comb spectrum to the point where more than an octave of
frequencies is contained in the comb, without introducing any additional distortion.
In other words, the comb contains both frequencies @ and 2w. By comparing

wn = 2 (0, = m03,) + py
= 2(ny — m)wr + wpp = 200, + wp) (10.57)

(n = ny — m) with the frequency
2w, =2 (na)r + a)ph) (10.58)

obtained using a frequency-doubling crystal, one can subtract the two frequencies
to obtain the value of ), and then stabilize this frequency relative to a standard. In
this manner, both the frequency separation and the absolute frequency in each tooth
of the comb can be stabilized.

10.7 Summary

In this chapter, we have given a very brief introduction to optical coherent transients.
Several examples were given to illustrate the manner in which coherent transients
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can be created and the manner in which they can be used to measure atomic
frequencies and relaxation rates. The field of coherent transients continues to evolve
at a rapid rate. In chemistry and biology, the use of “multidimensional” coherent
transients (coherent transients observed as a function of time delays and carrier
frequencies of the applied pulses) is developing as a analytical tool for unraveling
relaxation dynamics in complex molecules [35]. We have alluded to the possibility of
an interpretation of optical Ramsey fringes in terms of atom interferometry. We now
turn our attention to atom optics and atom interferometry, where the importance of
quantum aspects of atomic motion are explored in more detail.

10.8 Appendix A: Transfer Matrices in Coherent
Transients

In this appendix, we give the evolution matrices in the field interaction representa-
tion and Bloch pictures. For a field interaction zone,

u\ " 1 0 0 0\ [u\~
v 0 cosA —sinA 0 v
= , (10.59)
w 0 sinA cosA O w
m 0 0 0 1 m
or
o\ " 14+cosA 1—cosA isinA —isinA\ [on
022 1]1—cosA 1+4+cosA —isinA isin A 022
012 2 isin A —isinA 14cosA 1—cosA o012
021 —isin A isin A 1—cosA 1+cosA 021
(10.60)

Note that the results are simpler in the (#, v, w, m) basis [equation (10.59)].

For free evolution between the interaction zones, the field is off, and the equations
are simpler in the density matrix basis [equation (10.60)]. To be a little more general,
we allow for an open system in which y,1 # y,. Moreover, we include an overall
identical decay of both levels 1 and 2 with rate y1 < y», intended to simulate
transit time effects in vapors. (If atoms move out of the beam, they are lost.) In the
field-free region, we need to consider the equations of motion for the atomic state
populations:

t_ r_ —
__ntn-ri  nHova-n, (10.61a)
2 2
: _ t
__ntri-n_ wntratn (10.61b)

2 " 2 ’



230 = CHAPTER 10
and

011 = ¥2,1022 — Y1011 »

022 = —73022.,
012 = —(y —i8)d12,
621 = —(y +i8)d21,

where § = 8 + k- v+ A and

Vs =2+ .

The solutions of these equations are

u(to +T) e ?TcoséT —e?TsindT 0 0 u(ty)
v(tg + T) e "TsindT e "TcosdT 0 0 v(fo)
w(ty +T) B 0 0 F33 Fs4 | | w()
m(ty + T) 0 0 Fa3  Faa) \mnlto)
where
Fys = 1 [e_yth (1 L ) p— <1 __na )] ’
2 V=N V=7
foa = % (1 " Vztyilm) (7T —emT),
et e
Fy4 = 1 [ethT (1 _ ) +enT <1 + Y21 >] )
2 Vi =" Vi1
and
onlto+T) et o (e —eml) 0
on(+T) 1 0 en’ 0
ou+T) | 2| o 0 e r=i0T
021(t0+T) 0 0 0 e
o11(to)
022(to)
X
012(t)
021(to)

10.62a
10.62b
10.62c
10.62d

—_ o —~ -
= = = =

0

—(y+id)T

(10.66)

We have left the factor y; — y1 = y» explicitly in the denominators to show that
an overall decay rate alone does not lead to a long-lived signal. For a closed system,
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except for overall decay, i.e. y2.1 = yi—y1, F33 ~ e 2T, F34 ~ e 3 T—e T Fy3 ~ 0,
F4y ~ e T—that is, F33 has no slowly decaying part, and as a consequence, there
is no long-lived signal in the stimulated photon echo.

To calculate a coherent transient signal, one multiplies the appropriate transfer
matrices together; however, it is efficient to use the diagrammatic technique to isolate
only those terms that are needed.

10.9 Appendix B: Optical Ramsey Fringes in Spatially
Separated Fields

An alternative means for observing coherent transient signals is to use an atomic
beam that traverses a field interaction zone. A standard geometry involves a well-
collimated atomic beam propagating in the Z direction that passes through one or
more field interaction zones. The fields propagate in the + X direction and have beam
width equal to w (see figure 11.4 in chapter 11) in the Z direction. As such, if an
atom is moving with longitudinal velocity v, it “sees” a radiation pulse having
duration w/v in its rest frame. The velocity density distribution of an effusive
thermal beam can be approximated as [36,37]
4

e W (vr) (10.67)

W(vr, vy) =
(vr, ve) Y

where 6j, is the beam divergence, Wr(vT) is the transverse velocity distribution (which
can also depend on v;) having width of order ur ~ u,60;, and #, is the most probable
longitudinal speed of atoms in the beam. For a typical thermal, collimated effusive
beam having 0, ~ 1 mrad, u, is of order 600 m/s, and ur is of order 6.0 m/s. As
such, the transverse Doppler width is of order kur/2m ~ 1 — 10 MHz. Supersonic
beams have narrower longitudinal velocity spreads. Although kur is comparable
to the excited-state decay rates considered throughout this text, optical Ramsey
fringe experiments are often carried out on “forbidden” (e.g., intercombination)
transitions or two-photon transitions between ground-state hyperfine levels (such as
the Cs “clock” transition). In both these metrological applications, the decay times
of the relevant levels is all but negligible, with line widths limited by other factors.
In any event, the transverse Doppler width is much larger than all relaxation rates in
such situations, so we can apply the same formalism that we have been using. Also
important for a beam is the beam intensity or current density distribution given by

2
W) (vr, vp) = Evfe’”f/“f W (vr), (10.68)
4
for which
By = 314 . (10.69)

There are several differences between coherent transients involving pulsed fields
acting on atoms in a vapor cell and those with atoms moving through spatially
separated fields. Consider first the FPD signal radiated by a monoenergetic atomic
beam a distance L from the scattering zone. If the atoms have longitudinal velocity
vy, then the FPD signal, measured at a distance L from the field interaction zone,
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arises from atoms that were excited at time #, = ¢ — L/v,. This implies that pJ, (%) is
proportional to

sin A

: o o pidli=L/e). (10.70)

pzll (t.) = —iN

As a consequence, p1(t, L) varies as

i8(t7L/c)efiwgtefy(t7tg) 7iwtefyL/c

e =e
The emitted field is radiated at the incident field frequency w rather than the atomic
frequency wg. Emission at the laser frequency rather than the atomic frequency is
characteristic of the radiated signals associated with experiments involving spatially
separated fields.

A second difference is that owing to a distribution of longitudinal velocities in
the beam, the pulse area is different for different atoms, since the pulse duration in
an atom’s rest frame varies inversely with its longitudinal velocity. Moreover, for
slowly moving atoms in the beam, the approximation of negligibly short interaction
times [conditions (10.1)] is bound to be violated. In what follows, however, we will
assume that conditions (10.1) hold for most of the atoms in the beam.

Without a doubt, the most important experiments involving atoms moving
through spatially separated fields are those in which optical Ramsey fringes are
produced [21,22,26,38] (at least before the development of frequency combs). We
can analyze this case using the results of section 10.2.2, with the time intervals
between pulses replaced by the spatial separation of the field zones, divided by
the longitudinal velocity of the atoms. The geometry we choose has three field
zones, located at Z = 0, Z = L,1, and Z = Ly; + L, in which the fields have
propagation vectors ki = k, ko = k, and k3 = —k, respectively. As was mentioned
in section 10.2.2, one has the option of transforming the optical coherence to a
population using a fourth pulse at position Z = L + 21,1 (t = T + 2T3;) and
measuring the population ¢, immediately following this fourth pulse, or one can
monitor the field radiated at that position. In the case of atoms moving through
spatially separated fields with different longitudinal velocities, one must first average
equation (10.45) over longitudinal velocities before taking the absolute square to
calculate the radiated field. As a result of this averaging, the radiated signal intensity
is maximum for §o = 0. Consequently, for spatially separated fields, heterodyne
detection or a fourth field is not necessary, since the radiated field intensity, as a
function of 8, allows us to determine the line center.

Let us now calculate the Ramsey fringe signal for the case when a fourth field
interaction zone, located at Z = L+21,; is used to convert coherence to population.
The field propagation vector for this fourth field is ks = —k. Thus, we need to
evaluate the density matrix chain

011 —> 021 —> (022 — 011) = 021 = 022 + C.C. (10.71)

We have already calculated the first three steps of this chain to arrive at equa-
tion (10.45), which can be written in the interaction representation before the
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average over velocity is taken as
04 (R, v, 1) = —(1/4)e " *Re! sin A; sin Ay sin A3 G(T)e 72T
w =2V Ts1 gmibo(t=T) ikve(t=2Toy =T), (10.72)
where

Ty = Lat/ve, T = L/v,. (10.73)

Using equation (10.8) to calculate the transformation of 21 — 022 produced by the
fourth pulse, we find

1/4)sin A sin A sin As sin A4

T)e 2=201=T) p=2y T p =201 4 ¢ ¢

1/2)sin Aj sin A sin Az sin A4

T)e r=211=Te=2r Tt co5 (280 To1) (10.74)

QZZ(R1 Vg, )
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exhibiting Ramsey fringe structure; there is no longer any dependence on the
transverse velocity, since the fourth pulse is applied at the echo time. If the
population is measured shortly after the fourth interaction zone, we find

4
022(ve, t ~ 2Ty + T) = —(1/2) [ ] sin (A;5./v.)
j=1

x G(L/vg)e 2" 121/% cos (280 Ly /v) (10.75)

where equation (10.73) was used and we have assumed that pulse j has area A;
if v = . The fact that o,, is negative should not be of concern, since this is
only that part of o0,, exhibiting Ramsey fringe structure. There is an additional
background term that ensures that the total excited-state population is positive, or
else we would be in serious trouble. The background term, which does not exhibit
Ramsey fringe structure, consists of contributions to g, that add to those given in
the chain (10.71). They contain terms that represent the contributions to g2, from
each field acting separately, as well as the non-Ramsey-like population produced by
multiple fields.

For a closed system with y, = 2y, G(L/v;) = e 2’/ and the Ramsey fringe
signal is determined by the function

H(8y) = / dvg cos(280 Lo Jvg)e 2V L e=2vin /vy (4, H sin (Ajv/ve)
1
- (10.76)
where W is given by equation (10.68). For 8y = 0, all phases cancel and the signal
is a maximum. As §pL,; increases, small changes in vy produce larger phase changes
and the signal diminishes. You are asked to plot this result in the problems.

Often, instead of using three traveling wave fields, standing-wave fields are
used for one or more of the interactions regions [26, 39-41]. For example, if
k; = k; = —k3 =k, one can collapse the second and third interaction zones (L ~ 0).
In this manner, one has effectively replaced the second and third fields by a single,
standing-wave field. In fact, in many of the original proposals for obtaining optical



234 = CHAPTER 10

Ramsey fringes, standing-wave fields were used for each field interaction zone. While
this complicates the analysis somewhat, since all spatial harmonics of the optical
coherence are created by standing-wave fields, the underlying physics remains the
same.

The accuracy and precision of optical Ramsey fringe experiments is extra-
ordinary. The recoil that atoms acquire when they absorb or emit radiation
from oppositely propagating optical fields can be resolved using optical Ramsey
fringes [42]. (The recoil shift, of order 23 kHz for Ca, results from recoil shifts of
opposite sign for the two pairs of interferometric paths shown in figure 10.8.) It is
not difficult to understand the origin of the recoil splitting by incorporating recoil
into the phase diagram. We have seen that the excited-state amplitude for a vapor
acquires a phase factor exp[—i8(t — Tj)] following absorption, and the ground-state
amplitude acquires a phase factor exp[i§(t — T;)] following emission, where

E, — E;

(§=50+k,‘~V= —O)L—i—k/"V, (10.77)

where E; is the energy of state j. To include both the Doppler phase factor and the
recoil energy, we replace this equation by

E»(P + hk;) — Eq(P)

§ = p —op
E, — E; (P—i—hk,‘)z P?
= + —_— — a)L
h 2M 2M
=80 +k;-v+aoy, (10.78)
where w,, = hk%/ZM is a recoil frequency, and P = My is the center-of-mass

momentum before pulse j is applied.
In the interval between ¢ = 0 and ¢ = T + 211 in figure 10.8, g1 for the lower
pair of paths acquires a phase

50 + (P + hki)* P> o (P + hk; — hky)*  P*
0 M M| oM 2M
(P+ hks)? P2
- {80+2M ToOM [t — (T —2T)]
= —2 (80 + wr) 1,
since k; = ky = —k3 = k. However, g1 for the upper pair of paths acquires a phase
(P+ hk1)2 p? P+ hk1)2 (P+ hkz)z
_{5” Sy YRy v Rl Ry v v v
(P+ hkl)z (P + hky — hk3)2
{lo+ Bt - [ [t = (T = 2Ty)]
= —2(80 — wr) T
Thus, the net Ramsey signal is a maximum for 8§ = —awy, for the lower pair of

paths and 8y = wy for the upper pair of paths, resulting in a recoil splitting wi;
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given by

hk?
TR

The sensitivity of optical Ramsey fringe experiments is also sufficient to resolve
the second-order Doppler shift associated with the motion of the atoms relative
to the sources of the optical fields [43]. By detecting optical Ramsey fringes using
thermal atomic beams passing through spatially separated fields, precisions have
been achieved of 2.5 x 10~'2 for the 657-nm Ca transition [44] and 2.5 x 10~12

for the 457-nm Mg transition [45], both of which are 'Sy to 3 P; intercombination
transitions.

Weplis = 20 = (10.79)

Problems

1. Derive equations (10.6) and (10.8).

2. For the two-pulse echo with copropagating pulses having areas 7/2 and 7,
estimate the peak power exiting a sample of length L. Assume that the medium
consists of an optically thin vapor having ku/2x = 1.0GHz, y,/2n =
10MHz, L =1 cm, wp = 3 x 101 s7!, To; = 10 ns, o (pulse cross-sectional
area) = 10 mm?, and N/ = 10% atoms/cm?3. Estimate the number of photons in
the echo signal.

3. Consider a “vapor” of stationary atoms that undergoes FPD following the
application of a short /2 pulse. Take the sample to be confined in a cylindrical
volume of cross-sectional area A and length L. Calculate the power exiting the
sample, assuming that the sample is optically thin. Show that for a sufficiently
high density, the power exiting the sample exceeds the maximum energy that
the initial pulse could have deposited in the sample. What is wrong here?

4. Consider FPD for an ensemble of two-level atoms having a Maxwellian
distribution of velocities with most probable speed #. The atoms are subjected
to a monochromatic field having constant amplitude for the time period
(—00,0). At t = 0, the field is suddenly turned off. Calculate the FPD signal
emitted for times ¢ >> (1/ku), assuming that |§| < ku, y <« ku. Calculate the
signal only to lowest nonvanishing order in the preparation field, and show
that the lead term in (012) varies as the field amplitude cubed. On physical
grounds, explain why the signal, which decays in a time of order (1/y), has
this field dependence.

5. Use the U and F matrices to calculate ol (¢) for ¢ > T for the two-pulse echo,
including all contributions. Show that in the region ¢ ~ 2T, the only term that
contributes significantly to the signal is given by equation (10.34), assuming
kuT > 1.

6. Go through the details of the stimulated photon echo calculation of
section 10.2.1 for k; = k; = k3 = k and the following decay scheme:

o011 = —To11 + 1022, 02 =—T24+w)ow, 012=-Yo12-

Draw a Doppler phase diagram to show that an echo is produced at time Ty
following the third pulse. Calculate 031 (R, #) in the vicinity of the echo time.
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Show that if 'y < y, and 'y # ', one can have a photon echo for very long
T = T3, (times as long as one hour have been observed), but if I'y = I',, there
is no long-lived echo. How do you explain this?

. Integrate equation (10.76) numerically in the limit that yL/v, « 1 and

neglecting the dependence of pulse area on vy, that is, numerically integrate,
o0
H(30) = [ duccos(2b Loy furde” /" W) (),
0

and plot the signal as a function of a = 8yLy1/v; for b = y Ly /v, = 0,

0.5, 1.5 to display a typical Ramsey fringe pattern. The distribution Wy (v¢) is

given by equation (10.68). Does the decay affect the resolution of the signal

significantly? See how the dependence of pulse area on v, modifies the signal
by plotting

H'(80) = / dv, cos(280 Lo /vg)e™2" 117 W (v) sin® (Z?)

0 ¢

for the same parameters.

. Imagine a collimated atomic beam passing through two field zones that

drive radio-frequency transitions between two ground-state hyperfine levels.
Consider the k vector of the field to be in the X direction and the atomic
beam to propagate in the Z direction. If the atoms are prepared in one of
the hyperfine levels, show that the population of the other level, considered
as a function of the detuning between the applied fields and the hyperfine
transition frequency, exhibits Ramsey fringes. Why does this two-zone method
not work for optical fields, in which an atomic beam propagating in the Z
direction passes through two field regions in which the fields propagate in the
X direction? Since the hyperfine levels have essentially infinite lifetimes, what
will ultimately determine the resolution of the Ramsey fringes?

. Derive equation (10.45).
. Consider a three-pulse “echo” in an homogeneously broadened systems. Draw

a phase diagram in which field 1 acts first that leads to a signal in the k =
ky —k, + ks = 2k; — k; direction (with k; = k3). We have not considered this
contribution for inhomogeneously broadened systems, since such a diagram
leads to an overall phase of ¢g = 2(8p + A — 2k - v)Tp1 at time ¢ = T + 2'5;.
On averaging over either A or v in an inhomogeneously broadened sample, this
contribution would vanish. In a homogeneously broadened sample, however,
A = 0 and v = 0, giving an identical relative phase ¢, to all the atoms. For
t > T+ By, calculate (321(R, #)). Show that the signal does not constitute
an “echo” in the usual sense, since there is no dephasing-rephasing cycle.
The signal appears promptly (it is actually an FPD signal) following the third
pulse. If one measures the time-integrated intensity in the signal following
the third pulse, however (as is often the case with ultrafast pulses in which
time resolution of the echo is not possible), it is impossible to tell directly
whether an “echo” has occurred. For such measurements, a signal emitted
in the k = 2k; — k, direction when pulse 1 acts first is a clear signature
of an homogeneously broadened system, since such a signal vanishes for
inhomogeneously broadened samples.
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Calculate the overall phase of g1 using figure 10.6, and also calculate the
phase of 0!, using equation (10.7) for the three field zones. Show that they are
in agreement, given the fact that g1 = o},e~/(%0+2),

Consider a three-pulse echo in which the three fields have wave vectors ky,
ks, —k,, with k; ~ k;. Show that there is a Ramsey-fringe-type signal for
vapors in the ki = k; — 2k, direction and a stimulated echo signal in
inhomogeneously broadened solids in the k; = —k; direction. To do this,
consider the two sequences

o11 — 021 —> (022 — 011) = Q21

and

o011 —> 012 —> (022 — 011) — 021.

You need not calculate the signal explicitly. Just find the overall phase factor
resulting from these two sequences.

Consider a tri-level echo for the A level scheme of chapter 9. This is a
stimulated photon echo in which the first and third pulses have propagation
vectors k = kZ and are resonant with the 1-2 transition, while the second
pulse has k' = nk'z (n = £1) and is resonant with the 2-3 transition. The
first two pulses are separated by T>1, and the second and third pulses by T.
For an inhomogeneously broadened vapor, use a Doppler phase diagram to
show that, for n = 1, there is a contribution to an echo on the 2-3 transition
involving ¢13 as an intermediate state. Show that there is no such contribution
for n = —1, which is analogous to the result in the steady-state three-level
system result (although you can convince yourself that there are no step-wise
contributions to the echo in this scheme). Give an interpretation of this result
in terms of Doppler phase cancellation. Use the phase diagram to calculate
the time at which the echo occurs. This allows one to store information in the
1-3 coherence for a relatively long time. It differs from the slow light case,
however, in that only a small portion of the input fields are “absorbed” in the
media. Note that no density matrix calculations are needed in this problem; all
results can be read off the phase diagrams (see reference [46]).

Prove equation (10.54).
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Atom Optics and Atom Interferometry

In chapter 5, we introduced a number of concepts related to atom optics. In
particular, we examined the manner in which electromagnetic fields can exert forces
on atoms. Moreover, in the previous chapter, we indicated that some coherent
transient signals could be interpreted within the context of atom interferometry. In
this chapter, we examine both atom optics and atom interferometry in more detail.
Before doing so, however, it will prove useful to review some aspects of classical
diffraction theory.

11.1 Review of Kirchhoff-Fresnel Diffraction

Diffraction plays an important role in both electromagnetism and quantum me-
chanics, since both are wave theories. Diffraction in quantum mechanics is actually
a much easier problem than diffraction in electromagnetism, due to the fact that
light is a vector field, whereas the quantum-mechanical wave function is a scalar. In
reality, diffraction in electromagnetism is basically an unsolved problem, because of
the difficulty of specifying the exact boundary conditions for the fields. Nevertheless,
it is possible to get a good idea of diffraction phenomena that agrees well with
experiment by using a theory in which the electric field is considered as a scalar field.
This can be a good approximation if one limits the discussion to distances from
the scatterer that are large compared with a wavelength, since in that region, the
fields can be approximated as plane-wave fields. We present an approach to scalar
diffraction based on wave-packet propagation that works for both electromagnetic
and matter waves. In the end, we arrive at equations that coincide with those of
Kirchhoff-Fresnel diffraction theory.

11.1.1 Electromagnetic Diffraction

Let us first consider the propagation of a wave in free space. Imagine that a pulse
propagating in the Z direction strikes a diffracting screen at Z = 0. The screen is
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assumed to have an amplitude transmission function T(X, Y). We approximate the
positive frequency component of the field (considered as a scalar) at ¢ = 0 as

ET(R,0) = T(X, Y)E(Z, 0)e'™?, (11.1)

where F(Z, 0) corresponds to a pulse function that is fairly well located in space. In
other words, the spatial extent in the Z direction is much greater than a wavelength,
but much less than the distance to the screen where the diffraction pattern is
measured. It should be noted that equation (11.1) is not a solution of the scalar
Helmholtz equation and already involves a type of paraxial approximation in
which it is assumed that the maximum transverse propagation vector components
associated with the Fourier transform of T(X,Y) are much less than the average
propagation constant kg, such that k ~ kyz.
At any time ¢,

ETR, 1) = (zﬂl)a/z / dk A(kx, ky)B(ky)e'cR-") (11.2)
where w = kc, and the Fourier amplitudes are given by
Alkx, ky) = / T(X, Y)e XY g x gy, (11.3a)
1 )
B(kz) = P / F(Z,0)e "kz=R)Zg 7, (11.3b)

It is assumed that B(kz) is a function that is sharply peaked about kz; = k.
Substituting the A(kx, ky) amplitudes back into equation (11.2), we have

E+(R. 1) = W / dirdlydR T(X, Y')B(ky)
x ¢!k Rr=ot)g=iki R pikzZ (11.4)
where
ky = kxi + kyj, (11.5)
r=Xi+Y]. (11.6)

Since B(kz) is a sharply peaked function centered at kz = ko, we can expand

w(k) as
(k) = c\/ k% + Ky + k2

w<kz=ko>+$’o<kz—ko>

_c\/k§(+ké+k§+ck0M
VR + kY + kg

~6k0+%(/€2 + k) + clkz — ko), (11.7)
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where we have used the fact that the maximum value of (k% + k%) is much less than
k3, by assumption. Substituting the expression for w(k) into equation (11.4), we find

t(koZ wot)
E*(R.1) = 7/& dkzdR; (X Y))Blkz)er
(R, 2) 2 (2m)2 TdkzdR7 T( )B(kz)
o~ ikx X thyY) yilkz—k0) Z = 3t (k) )t =i (kz—ko)et
itk Z—wot)
=  F(Z-et,0)

(27)

x / dkrdRly T(X, Y')e/kr (Rr—Ry) =135 () (11.8)

Thus, the pulse envelope is simply translated in the Z direction by ¢z, and the
diffraction pattern is superimposed on the pulse in the transverse direction.
The integrals over kx and ky are tabulated functions

1 e . 5 1 2
dk ika —1kb= ’n’ 11.9
(2m)1/? /m ©e J2ib. (11.9)
and we find
ET(R,t) = F(Z — ct, 0)e'Zty (X Y), (11.10)

where the diffraction amplitude is given by

(X Y)= T(X, Y')efkr(Ri—Ry) =i oty (kg )e

_ =ik [ p i (20) [Rr—Ri /4
- zﬂ)ct/dRTT(X,Y)e . (11.11)

Since the pulse envelope function is sharply peaked at Z = ct, we can replace ct by
Z in this expression to obtain

(X, Y) = );—ZZ/dR/T T(X, Y)eltoRr-Ri[/2Z (11.12)

where Ao = 27/ ky. Equation (11.12) is essentially the same result obtained from the
Kirchhoff-Fresnel theory [1].

11.1.1.1 Shadow, Fresnel, and Fraunhofer diffraction

The scattering can be classified as shadow, Fresnel, or Fraunhofer diffraction,
according to

/eoré/ZZ > 1  shadow region, (11.13a)
kor§/2Z ~ 1  Fresnel diffraction, (11.13b)
kor§/2Z <« 1 Fraunhofer diffraction, (11.13c¢)
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where 7y is a characteristic dimension of the apertures in the diffracting screen. In
all cases, it is assumed that

koro > 1, (11.14)

koZ > 1, (11.15)

so the Kirchhoff-Fresnel theory is valid. We illustrate the idea of three zones using

the one-dimensional problem of diffraction by a slit, but the results are quite general.

We refer to a one-dimensional aperture as one in which the transmission function

is independent of Y. For such an aperture, equation (11.12) can be integrated over
Y to yield the one-dimensional diffraction amplitude

U(X) = \/Eeikoxl/zz/dX/T(X)e—ikoxx'/zeikox'z/zz’ (11.16)
0

where T(X) is the one-dimensional amplitude transmission function. Since the signal
intensity is proportional to |W(X)|?, we can take as our signal intensity the quantity

I(X) = DX, (11.17)

where

D(X) = );ilz/dX/T(X/)efikoXX’/ZeikOX’z/ZZ. (11.18)

For a slit having width a, T(X) = 1 for —a/2 < X < a/2 and is zero otherwise.
In that case,

1 a/2 ) , )

|D(X) =,/7/ dX e XX 2 ik X*/22 (11.1%)
2Z | —ap

! @[ 79 (1_‘%)] (11.19b)
=3 ' § , .
+q>[ b’ (1-1) (1+;;2)}
where
2 [ e

c1><x)=ﬁ/0 e " dt (11.20)

is the error function. Let us look at the signal intensity as we go from the shadow to
the Fraunhofer regions, using 7o = a/2 in equations (11.13).

In the shadow zone, kya®/8Z > 1, |D(X)| ~ 1 for | X| < a/2 and quickly falls
to zero for | X| > a/2—in other words, the signal exists in the shadow of the slit
only. In the immediate vicinity of | X| = a/2, there are oscillations in the scattered
intensity owing to diffraction from the sharp edges of the slit.

As we increase Z to the Fresnel zone, kya®/8Z ~ 1, most of the signal intensity is
still confined spatially to dimensions on order of the aperture, but with interesting
interference phenomena giving rise to a complex signal.

For still larger Z, kya?/8Z < 1, we enter the Fraunhofer region, where the results
depend only on the ratio X/Z = sinf, where 0 is the diffraction angle. In the
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Figure 11.1. Graphs of the intensity of the signal diffracted from a slit having length a as a
function of X/a for different values of Q = kya®/8Z: (a) shadow region, O = 250; (b) Fresnel
diffraction, Q = 235; (c) Fraunhofer diffraction, Q = 0.25.

Fraunhofer region, we can neglect the second exponential in equation (11.19a) and
obtain

1[92 ey a? sin[koa sin(0)/2]
_ - 7 —ikg X sinf __ el
'D(G)l_’/xoz _a/dee _,/AOZ Foa sin(@)/2 (11.21)

a result from elementary physics. The first zero occurs when

2 A
sine):k.%:;o. (11.22)
This is a general result; an aperture of size a lets you resolve a signal to within an
angle of order A/a. Note that

/2 2 poo : : 2
5 _a sin|[kga sin(0) /2]
/n/2|D(9)| Zdo = o/w{koasin(e)/Z } d6

2a ® sin® x

~ ok ) dx=a
a/2 5

:a/ |T(X)|" dX, (11.23)
—a/2

which is a statement of conservation of energy, and the diffracted field flux is equal
to the flux passing through the aperture. In deriving this equation, we used the fact
that only values of 6 <« 1 make a considerable contribution to the integral.

These diffraction features are illustrated in the graphs shown in figure 11.1, where
|D|? is plotted as a function of X/a for several values of O = koa?/2Z. You can see
easily the transition from the shadow to the Fraunhofer region. Note the change in
horizontal scale as one goes into the Fraunhofer region, since the results now depend
only on sinf = X/ Z.

11.1.2 Quantum-Mechanical Diffraction

In the case of quantum-mechanical diffraction, the calculation follows very closely
that of the electromagnetic case, but the dispersion relation is different. For a free
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particle having mass M, the momentum is P = 7K, the energy is

(hK)?
E, = 11.24
E= ( )
and
Ex  hK?

Owing to the dispersion relation, there is wave packet spreading that is absent in the
electromagnetic case, but we can choose our initial wave packet sufficiently broad
to ignore this spreading.

Since most of the examples we discuss involve one-dimensional scattering, we
adopt this limit from the outset. At ¢ = 0, the wave function is assumed to equal

V(X Zst) = T(X)F(Z, 0)e'Ko?, (11.26)

where the amplitude transmission function T(X) has been imprinted on the wave
function by the diffracting screen, and F(Z, 0) corresponds to a pulse function that
is fairly well located in space, but sufficiently broad to avoid wave-packet spreading
on the time scale of the experiment. In other words, the spatial extent in the Z
direction is much greater than a (de Broglie) wavelength, but much less than the
distance to the screen where the diffraction pattern is measured. It is assumed that
the transmission function has structure that leads to diffraction whose maximum
transverse propagation vector components are much less than Kj.

The calculation now proceeds as in the electromagnetic case, except that the
expansion needed for wg = hK?/2M is

hK? k(K% + K2)

YKTOM T M
_ h(Kz— Ko+ Ko)? N hK%
2M 2M
hK2  hKo(Kz—Ko) hK%
~ , 11.27
oM T T M oM (11.27)
leading to
(X, Z; 1) = F(Z — vot, 0)e!KoZ=nt) i (3)X/2 D ), (11.28)
where the diffraction pattern is given by
—iM ' —i(p)XX Li(H)X?/2
D(X) ~ AX'T(X e~ (#)XX 6i(3)X?/2, (11.29)
2w ht
hK
vo = WO (11.30)
is the average velocity of the wave packet, and
K2
wy = —2 (11.31)

=SuM
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Thus, the pulse envelope is simply translated in the Z direction by vz, and the
diffraction pattern is superimposed on the pulse in the transverse direction.

Since the pulse envelope function is sharply peaked at Z = vot, we can replace ¢
by Z/vy in this expression; moreover, we can use the fact that

M _ ZJTMU() 2 Ko

— = = — = —, 11.32
ht hZ A2 Z ( )
where
b 2w
Ap = = 11.33
5= Moo — Ky ( )

is the average de Broglie wavelength, to obtain

D(X) = \/g/dXT(X)e"KoXX’/Ze"Kox’Z/ZZ, (11.34)
B

which is essentially the same result (11.18) of the Kirchhoff-Fresnel theory but with
A replaced by Ap and ky by Kj.

11.2 Atom Optics

Things can get confusing when one discusses atom optics and atom interferometry
because it is possible to have an atom interferometer in which the wave aspects of
the center-of-mass motion of the atoms play no role at all. For example, the photon
echo illustrated in figure 10.4, in effect, can be considered an atom interferometer
capable of detecting changes in atomic velocity, even though the motion of the atoms
is classical. Thus, it is useful to distinguish between situations in which the wave
nature of the center-of-mass motion is critical and situations where it is relatively
unimportant.

In chapter 5, we looked at several applications involving the forces exerted on
atoms by optical fields. In this section and the remainder of this chapter, we examine
examples in which atoms’ center-of-mass motion is modified via an interaction
with a periodic potential or grating. The grating can be a microfabricated, material
grating, or it can be formed using oppositely propagating optical fields. In both cases,
as a result of interaction with the grating, the atoms acquire transverse momentum
components. We consider one-dimensional gratings only.

A grating can be characterized by its period d. Moreover, for microfabricated
gratings, the slit width a provides an additional length parameter. Although the
total size of the grating can be very large, the effective size of the grating depends
on the width Dy, of the atomic beam that traverses the grating. In other words, if D,
is less than the size of the grating, the number of grating periods intersected by the
beam is given by

N= Dy/d. (11.35)

It is assumed that N > 1 (see figure 11.2).
Quantization of the center-of-mass motion becomes important once the atoms
undergo scattering that takes them outside the shadow region behind the grating. In



ATOM OPTICS AND ATOM INTERFEROMETRY = 249

Figure 11.2. Schematic representation of scattering of an atomic beam by a material grating.
Matter-wave effects for the grating become important when the transverse spreading of the
beam resulting from diffraction at the slits is of order d.

passing through a slit having width a, a particle acquires a transverse momentum
APx =~ h/a. (11.36)

The particle leaves the shadow region behind the slit once [see equation (11.13a),
with 7o = a/2]

-1
2 Ma? 8h \ ! 4 (APx)?
TaT o _ “”0_< t) ~ | A AP <1 (11.37)

4r5Z  8h Z \ Ma? 72 2Mh

In other words, quantization of the center-of-mass motion is necessary once

ot 21, (11.38)
where
_(APx)?
o = S (11.39)

is referred to as a recoil frequency. We return to this condition often in our analysis
of atom optics. In this section, we assume that condition (11.38) holds, unless
indicated otherwise.

Condition (11.38) alone is not sufficient to ensure that matter-wave interference
between different slits occurs. For the grating to act truly as a grating, one must have
interference between waves transmitted from different slits. Such interference occurs
at distances when the transverse displacement resulting from diffraction at the slits
is of order d—namely,

APy Z
= >d, 11.40
T R (11.40)
or
d
29 <. (11.41)
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Last, by imposing the condition

aDy
— 1 11.42
Wz > 1, ( )

we guarantee that diffraction by a single slit does not lead to transverse displace-
ments that are larger than D, a limit we want to avoid in this discussion. In practice,
we take a and d to be comparable.

Rather than deal with the conditions for shadow, Fresnel, and Fraunhofer
diffraction in the abstract, we consider scattering by an amplitude grating to see
how the various length scales determine the nature of the scattering.

11.2.1 Scattering by an Amplitude Grating

We consider first scattering by a microfabricated grating having period d and slit
width a. The transmission function for a beam having diameter Dy, is

T(X) = F(X)O(IX| — Dy/2), (11.43)

where © is the Heaviside step function,

1 jd—ad/2 <X <jd+ad/2
F(X) = (11.44)
0 jd+ad/2 <X <(j+1)d—ad)/2,
a=a/d (11.45)

is the ratio of the slit width to the period (duty cycle), and j is an integer that varies
from —oo to co. In other words, the transmission function is that of an infinite
grating multiplied by the beam width D, (see figure 11.2).

Since F(X') is a periodic function with period d, we can expand it as the Fourier
series

o0
F(X)= Y a4, (11.46)

n=—00

where

1 d/2 .
a, = 7/ F(xf)e72mnX/ddxf

dJ_ap
ad, 1
_ 1/ /2 o= 2minX/d g3 _ M' (11.47)
d —ad/2 nm
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From equations (11.34) and (11.43) to (11.46), one finds the diffraction amplitude

Dh/l

—l 1 g 1 ! i "
D<X) _ dXeZT[mX/de*IKoXX/Ze’KOXZ/ZZ (1148)
Z)»B i Db/Z
—iKoX?/2Z i
_ e~ Ko / Sln(nﬁ()l)ezmnx/de—lninzs
2 ni
n=—00

it [ (X N
s 2d 4
e_i”/4\/2% (ns—;;—f)”, (11.49)

where N = D,/d is the number of slits covered by the beam, ® is the error
function (11.20),

X{cp

-

s=—, (11.50)

and

2 Kad?

Lt =
T )LB T

(11.51)
is referred to as the Talbot length, whose significance is discussed in section 11.2.2.
The parameter s determines the scattering zone, classical, Fresnel, or Fraunhofer.

Owing to the sin(nwa)/nm factor in equation (11.49), the maximum 7 that
contributes in the summation is of order

Hmax & 1/at. (11.52)
If
7
2rnd s = na—f <1, (11.53)

equation (11.49) reduces to

Jo [l
o~ a,er "
2 n=—0o0 +o |:€in/4\/ ZT” (

~ F(X)O(|X| — Dy/2) = T(X), (11.54)

»lz
+
Rl
L,

since the sum of the error functions is approximately equal to zero for | X| > D,/2
and approximately equal to 2 for |X| < D,/2. The diffracted intensity is the same
as the intensity transmission function—this is the shadow regime. We can write
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condition (11.53) in the suggestive form

2 2
a a= Moy
wt=2<K — = )
0 TAB wh

(11.55)

or
ot L 1, (11.56)

where w, is the recoil frequency, equation (11.39), associated with the transverse
momentum A Py ~ h/a imparted to the atoms by the grating apertures. If v, < 1,
the scattering can be approximated as classical in nature. We are led to the important
conclusion that Fresnel or Fraunhofer diffraction for matter waves corresponds to
times for which the recoil phase acquired by the atoms from apertures is greater than
or of order unity.

If 2nm2, s ~ 1 (Fresnel diffraction limit), the sum in equation (11.49) must be
evaluated numerically. Since 72~ 1/a?, it follows that s ~ «?/27 < N in the
Fresnel scattering zone.

For values of 27n2_ s > 1, we actually encounter two types of Fraunhofer

max
diffraction limits for the grating. The “traditional” Fraunhofer limit is one in which

KoD?
27

allowing us to neglect the last exponential in equation (11.48). The diffraction
pattern depends only on X/Z = sin 6 in this limit, and we recover the conventional
Fraunhofer result for an N-slit grating. That is, maxima occur when d'sin6 = map
for integral 7, which is equivalent to the condition
X
= = 2ms. 11.58
= =2ms (11.58)
For & « 1, the angular width of these principal maxima is of order 47 Ap/Nd,
implying that the spatial width of these maxima in the X direction is of order

2ApZ  4sd  4sD,
MY N TN N
On the other hand, under the somewhat less restrictive condition
KodDy

27

we find a diffraction pattern in which the entire beam has diffraction maxima
given by equation (11.58). In other words, the spatial width of the diffraction
maxima is of order Dy, and diffraction separates the incident beam into a number
of nonoverlapping beams, each having width of order D,.

All these features are seen in the plots of |D(X)| as a function of X/d given
in figure 11.3, which are drawn for N = 50 and « = 0.2. In figure 11.3(a),
s = 0.0004/27 and 27xn2_ s = 0.01, corresponding to the shadow region. In

figure 11.3(b), s = 0.8/2 and 2772, s = 20, corresponding to the Fresnel zone. In
figure 11.3(c), s = 100 and 2772 s ~ 15,700. This corresponds to the Fraunhofer
zone, in which the entire beam has diffraction maxima, since N <s < N2. It is easy

to verify that the width of the maxima are of order AX/d = D,/d = N = 50. Last,

<1 or s> N, (11.57)

> Dy, (11.59)

<1 or s> N, (11.60)
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Figure 11.3. Diffraction by an amplitude grating having N = 50 and @ = 0.2. (a) s =
0.0004 /27 —shadow region; (b) s = 0.8/2w—Fresnel zone; (¢) s = 100—Fraunhofer zone
in which the entire beam has diffraction maxima; (d) s = 5000—*“traditional” Fraunhofer
diffraction (the inset shows a principal maximum).

in figure 11.3(d), s = 5000 and 2772, s ~ 785,000, corresponding to “traditional”
Fraunhofer diffraction. The width of the principal maximum shown in the inset is
of order 400 = 4s/N, in agreement with equation (11.59). Note the scale change as

we go from the Fresnel to the Fraunhofer zones.

11.2.2 Scattering by Periodic Structures—Talbot Effect

In the limit of scattering by an infinite periodic structure

N=Dy/d ~ o0, (11.61)
equation (11.49) reduces to
ID(X)I — Z aneZTrinX/defbrinZZ/L-r ) (1162)

It is no longer possible to satisfy the conditions for Fraunhofer diffraction [equa-
tions (11.57) and (11.60)] in this limit; scattering is in either the classical or Fresnel
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zones. Equation (11.62) is quite general, with

d/2
n / / X')e 2minX/d, (11.63)
~d 5

Note that the Fourier transform A(K) of T(X) is

7 27th/a' —iKX
F S a / dXe

n=—0o0

=J_Z 8(K — 27mn/d). (11.64)

As such, the grating imparts integral multiples of momentum
hK =h/d (11.63)

to the atoms. The Fourier coefficients a, determine the weight of the various
momentum components.
Equation (11.62) contains a very interesting feature. For distances

Z =mlLr, (11.66)

where 7 is a positive integer,

=|T(X)|. (11.67)

o0
§ : anelnmX/d

n=—0o0

An integral multiples of the Talbot distance, the grating structure is reproduced!
This self-imaging effect was discovered by Talbot [2], and has been observed using
both optical fields [3-6] and matter waves [7-9]. It is also possible to show that,
at half-integral multiples of the Talbot length, the grating structure is reproduced
with a half-period displacement. Moreover, at fractional Talbot distances, L1/7, for
integral 7, it is possible to obtain grating structures having reduced period [10].

11.2.3 Scattering by Phase Gratings—Atom Focusing

The formalism given in the previous sections works equally well for phase gratings.
It is a relatively easy matter to produce a phase grating using a standing-wave optical
field instead of a microfabricated structure (see figure 11.4). Diffraction from a
standing-wave field is characterized by a set of parameters that differs somewhat
from those we encountered in scattering from microfabricated structures. For the
optical field, the parameter set includes the period d = /2, field strength, and
beam width w. For the atomic beam, the parameters are the beam width Dy, the
longitudinal velocity vy, and the angular divergence of the beam. The width D,
of the incident atomic beam is taken to be infinite—in other words, the number
of lobes N = Dy/d of the standing-wave field that is intersected by the atomic
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d=2\2

L.

Figure 11.4. Diffraction by a standing-wave optical field.

w

beam is assumed to be much greater than unity. The atomic beam is taken to be a
quasi-monochromatic pulse with average momentum Py = Mv in the Z direction.
As a consequence, the transit time of an atom through the field is T = w/vg. The
atom-field interaction is a function of the detuning § = wy — w (field frequency w
and atomic transition frequency wy), and the Rabi frequency (taken to be real and
positive) is Qo = 2x. Although it might seem strange, the Rabi frequency actually
plays the role of the slit width. In scattering by a microfabricated structure, the slit
width determines the maximum transverse momentum imparted to the atoms. You
will see that the field intensity serves this role in scattering by a standing-wave field.

To simplify this discussion, we assume that the longitudinal momentum Py is
much greater than the transverse momentum acquired by the atoms in interacting
with the fields. This assumption allows us to treat the scattering as a one-dimensional
problem in the X direction. Moreover, we assume that [§|7 > 1, x/|8| < 1 and that
v2t(x/181)*> < 1 (y» is the excited state decay rate), ensuring that (1) the atom stays
in a dressed state that returns to the ground state following the interaction with the
field and (2) spontaneous decay during the atom—field interaction is negligible. In
these limits, the net effect of the field is to provide a spatially dependent light shift
or optical potential for the atomic ground state.

The transverse momentum acquired by the atoms is determined by the time the
atom spends in the field and the strength of the optical potential. Each elementary
scattering process in which momentum is transferred between counterpropagating
standing-wave field components results in a transfer of 2/ik (k = w/c) momentum
to an atom. Since the light shift (which serves as an effective two-photon Rabi
frequency for momentum transfer) is of order x?2/|8|, the maximum transverse
momentum P, imparted to an atom is of order

X't

P, = (2hk) <|8|) < Py. (11.68)
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It is in this sense that a strong field corresponds to a narrow slit, since equa-
tion (11.68) can be written as P, = h/a.fs, with

|3|

fr = o (11.69)

A dimensionless parameter that helps to characterize the atom-field interaction is
the transverse Doppler phase ¢p acquired during the atom-field interaction. This
phase is of order

x’t
¢p=kv, T =k(P /M)t = <|8|> WT, (11.70)
where
2
wy = ZiM (11.71)

is the recoil frequency associated with a scattering process in which Ag of momentum
is transferred to the atom. In the examples considered in this chapter,

g =2k (11.72)

For arbitrary values of ¢p, the atom—field dynamics can be solved numerically.
There are two limits, however, for which analytic solutions can be obtained. The
limit ¢p < 1 corresponds to the Raman-Nath approximation [11,12], in which all
transverse motion of the atoms can be neglected during the atom-field interaction.
The limit in which w,7 > 1 is referred to as the Bragg limit, for reasons that will
become apparent in the following section. In this section, we discuss the Raman-
Nath limit. Scattering of atoms from a standing-wave optical field is often referred
to as Kapitza-Dirac scattering [13], since they proposed that standing-wave optical
fields could be used to produce Bragg scattering of electrons.

11.2.3.1 Raman-Nath limit

In the Raman-Nath approximation, and with ||t > 1, x/|§] « 1, and
v2t(x/181)> <« 1, the only effect of the atom-field interaction on the atoms is to
modify the phase of the ground-state amplitude. In other words, the field results
simply in a spatially modulated light shift of the ground-state energy. The positive
frequency component of the field amplitude is given by

1 o _

ET(X Zt) = EEO(Z)e’”"t(e’kX + e kX, (11.73)
where E(Z) is the field envelope in the Z direction, having characteristic width
w (see figure 11.4). After eliminating the excited-state amplitude, we find that the
ground-state amplitude evolves as

2 2
ihay — _4hx (t);os (kX)m, (11.74)

where
x(p) = — 2 Eolt) (11.75)
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is one-half the Rabi frequency associated with each traveling-wave component of
the field as seen in an atom’s rest frame, and ;1 is the matrix element of the dipole
moment operator along the direction of the field polarization. The Z dependence
of the field envelope function in the laboratory frame is transformed into a time
dependence in an atom’s rest frame. Aside from an overall constant phase factor, it
follows that the amplitude transmission function in the Raman-Nath approximation
is simply

T(X) :eiAcos(ZleX)7 (1176)

Azz/‘: x*(2)

is an effective pulse area. From the form of T(X), it is clear that this off-resonant
standing-wave field acts as a phase grating. We take § > 0 (red detuning).
It is instructive to calculate the Fourier transform of the transmission function,

where

(11.77)

(PX dX i A cos(2kX) —1PXX/h
\/_

=27 Z A)8(Px — 2nhk), (11.78)

n=—0o0

where [, is a Bessel function. To arrive at this equation, we used the expansion

i Acos(2kX) _ Z ()" Ju( A)e? X, (11.79)

n=—0oo

The grating imparts integral multiples of momentum 2%k to the atoms, with Bessel
function weighting factors. The larger the pulse area, the larger the amount of
transverse momentum given to the atoms. The different momentum components
can be detected experimentally [14].

We now want to calculate the diffraction pattern. The transmission function is a
periodic function of X having period d = 7/ k, and the Talbot length is

2d*> 7 My
Lr=—= . 11.80
= e ( )
As a consequence,
ZNZ/LTZZY'[Uot/LT:a)qt, (11.81)

where the recoil frequency w,, with g = 2k, is defined by equation (11.71). With
these results, we find that the diffraction amplitude, as given by equation (11.62), is

iane—inza)qt

(11.82)
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with

k 7 /2k
a, = —
T J—n/2k

= (i)" J.(A). (11.83)

dXeiA cos(ZkX)e—Zian

The diffraction intensity is proportional to

o0

IDOXP = 3 ) (i) JalA) (Al 012Xt et

00
— Z (Z-)me—imzu)qteiqu

X > Juam(A)Jw(A)e™ st (11.84)

In this form, we can use an addition theorem for Bessel functions [15],

>° Tkl AJe(Ale™™ = ], [2 Asin(a/2)] e (375, (11.85)

k=—00

to rewrite equation (11.84) as

[(X) = [DX)P = 1+2 " Ja[2 Asin(wg)] cos(ng X) (11.86)
n=1
=1+2" J.[2Asin(27 Z/Lt)] cos(2kn X). (11.87)
n=1

Although written in compact form, equation (11.87) displays a rich structure.
At both integral and half-integral multiples of the Talbot distance, I(X) = 1,
reproducing the original density pattern. At other distances, however, the phase
grating is converted to a spatially varying atomic density containing all even spatial
harmonics of the field. Although not apparent in equation (11.87), the standing-
wave lobes act as lenses to focus the atoms at a distance Zf = Lt/ (4 A) from the
field for A > 1. This focal length can be obtained by a simple argument.

We approximate the optical potential near a lobe maximum as

2x%(t) [1 + cos(2kX)] N h4)(2(t) (1 — kzXz)

5 - 5 ’
which implies that the momentum impulse imparted to the atoms by the field as a
function of X is

U(X,t) = —h

(11.88)

APy = — /d oU( X D _ _anxa (11.89)

As a consequence, the atoms will be brought to a focus at

()MX U()M LT
|APx|  4hR2A  4mA

Zy =vot = (11.90)
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X/d

Figure 11.5. Contour plot of the atom density following passage through a standing-wave
optical field. For a standing-wave field whose intensity varies as cos?(kX), the period is
d = A2 = m/k, implying that the centers of the intensity lobe maxima of the field are
located at X/d = m, for integral m.

A somewhat better estimate,

Lt 1.27
Zi=—— |14+ — 11.91
= aA < + FZA) ) ( )

along with many more details, is given in the article by Cohen et al. [16]. A contour
plot of the field intensity (11.87) is shown in figure 11.5 for A = 3. Focusing near
Z¢/Lr = [1 4+ 1.27/(2A)Y?]/ (47 A) = 0.040 is clearly visible, as is the reimaging
of the constant atom density for integral and half-integral multiples of the Talbot
length.

Since we calculated the focal position using classical considerations, it is tempting
to view the focusing as a classical effect. This is misleading, however, since the focal
length is proportional to the Talbot length, which, in turn, is inversely proportional
to the de Broglie wavelength of the atoms. As & ~ 0, the de Broglie wavelength
also goes to zero, giving an infinite focal length. In other words, a phase grating for
matter is, by its very nature, of quantum-mechanical origin.

11.2.3.2 Bragg scattering

We now consider the limit opposite to that of the Raman-Nath approximation—that
is, we assume that w,7 >> 1. This limit will be seen to correspond to Bragg scattering.
In conventional Bragg scattering, there is constructive interference in scattering of
radiation from planes in a crystal for certain angles of the incident field propagation
vector relative to the crystal planes. The same type of effect can occur in scattering
of an atomic beam from a standing-wave field.

The difference between the Raman-Nath and Bragg regimes can be understood
by making reference to the quantized transverse momentum states of the atoms.
For a well-collimated beam, the atoms start in the atomic ground state with
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Figure 11.6. Bragg energy levels for atoms having nhq of momentum. The energies vary as
n* hwy.
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Figure 11.7. (a) Traditional geometry for Bragg scattering. (b) Alternative geometry for Bragg
spectroscopy, in which A can be tuned to the Bragg resonances.

transverse momentum P;, ~ 0. The standing-wave field couples center-of-mass
ground states differing in momentum by 2nhk = nhq or, in energy, by ~ n*hw,
(see figure 11.6). In order to drive such transitions, the field intensity must contain
frequency components equal to #2w,. The short duration pulses of the Raman-Nath
regime have the frequency components necessary to drive all such transitions. Bragg
scattering, however, corresponds to a “monochromatic” field limit, and the field
intensity is, in effect, a static field. If the atomic beam is incident perpendicular to
the field direction, no transitions to different momentum states can occur.

In order to conserve both momentum and energy when w,7 > 1, one must angle
the incident atomic beam relative to the standing-wave optical field. Consider the
geometry shown in figure 11.7(a), with k£ = g/2. A collimated atomic beam having
momentum P; = P; x + P; Z is scattered by the standing-wave field into a final
direction Py = P X+ P 2. For off-resonant scattering, we have seen that the initial
and final components of momentum in the X direction differ by integral multiples 7
of hg—that is, Py, — P; = nhq. In the Raman-Nath approximation, all components
could be produced; however, if w,7 > 1, the energy-time uncertainty principle is
respected, and there is destructive interference unless energy is conserved as well,

P? + (P, +nhq)® = P} + P, (11.92)
or

P, = —nhq)2. (11.93)

x
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As a result, constructive interference occurs when
P i nhq
[P YO

tanf, = (11.94)

z

where 7 is a positive or negative integer. Equation (11.94) can be rewritten as
2dsinb,, = niyp, (11.95)

where d = A/2 = 27 /q is the grating period, and A = h/P = h/(Plf + Pl%)l/2 is the
atomic de Broglie wavelength. Thus, in analogy with Bragg scattering, constructive
interference occurs only for certain incident directions of the field relative to the
“crystal planes.” The resonance that occurs for fixed 7 is referred to as an nth-order
Bragg resonance. Assuming that 6, < 1 and setting

vo =P, /M=~ P;/M, (11.96)

we can rewrite the Bragg condition (11.94) as
_ nwg

" Zkvo.

Instead of changing the angle of the atomic beam relative to the field direction, it is

also possible to drive Bragg resonances by using two traveling wave field components
differing in frequency by A [figure 11.7(b)] and by choosing A equal to

(11.97)

Ay = ne,. (11.98)

In terms of figure 11.6, resonances can occur for 7 positive and A, positive by
“absorbing” # field photons of frequency (w + A,) and “emitting” # field photons
having frequency w, since

n(w+An)—nw=nAﬂ=n2wq. (11.99)

For #n negative and A,, negative, resonances occur by “absorbing” # field photons of
frequency w and “emitting” 7 field photons having frequency (o + A,,). By varying
A and looking for scattering resonances, one is, in effect, carrying out a form of
Bragg spectroscopy [17] that has proved to be very useful in analyzing scattering
from cold gases and Bose condensates.

We present a brief derivation of the equations that describe Bragg spectroscopy.
If the positive frequency component of the field amplitude is given by

1 - .
E*(X. Z.1) = S Eo(Z)e™"! [efRX=A1) 4 p=ikX] (11.100)

where Eo(Z) is the field profile, then the effective Hamiltonian for the atom-field
system is

PZ  2hx*(2)

2M 8
To arrive at the Hamiltonian (11.101), we adiabatically eliminated the excited
state and neglected a light shift, —2hx?(¢)/8, that is not spatially modulated. The
Hamiltonian is written in the atomic rest frame with t = Z/v,, and the motion
of the atoms in the Z direction is treated classically. One sees that the effective

cos(2kX — At). (11.101)
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Hamiltonian contains contributions from the center-of-mass energy and the spatially
and temporally modulated ground-state light shift produced by the combined action
of the counterpropagating fields. We want to calculate the effect on the atoms as they
pass thorugh the field region. As viewed from the atomic rest frame, this corresponds
to a calculation of the atomic response to a pulse of duration w/vy.

The wave function for the atom is expanded in an interaction representation as

1
N2mh

with p = Px. From the Schrodinger equation, with the Hamiltonian (11.101), one
finds that the state amplitudes evolve as

V(X t) = / dp c(p, t)e (P /2M)t/hgipX/h, (11.102)

E(p, 1) = ir(p)elaPM=n=A)te(p _ hg, 1)
+ir(t)ei(—qpt/M—wq'FA)tc(p-|- hq,t), (11.103)

where

r(t) = (11.104)

is one-half of an effective Rabi frequency that couples different momentum states.

Equation (11.103) represents a set of equations that must be solved numerically, in

general, for a given 7(t) determined by the field’s spatial profile in the Z direction.
For a well-collimated beam, we can take as our initial condition

c(p,0) = +/3(p), (11.105)
where the square root of the Dirac delta function is defined as

e~ /205

3(p)=1

= lim ——. (11.106)
p0=0 (mp3)'"*

It is clear from equation (11.103) that with the initial condition (11.105), a trial
solution

o0

c(p.t)= > cult)\/8(p —nhq) (11.107)

H=—00
in equation (11.103) works, provided that the ¢,(t) satisfy
ealt) = ir(p)e/lCm o2,y (1)
+ir(t)e! "t DectAl e ), (11.108)
subject to the initial condition
en(0) = 8,0- (11.109)

Equations (11.108) can be solved numerically, for arbitrary values of w7,
where T = w/vg, and w is the field beam diameter through which the atoms
pass. The number of terms needed will depend on the field strength, the recoil
frequency, and the detuning A. In the Bragg regime, with w,7 > 1, nth-order
Bragg resonances occur whenever condition (11.98) holds. One can see this by
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adiabatically eliminating all intermediate states between # = 0 and 7 = A /w,. It is
safest, however, to solve the full set of coupled equations (11.108), as the adiabatic
elimination is suspect for typical values of parameters encountered in experiments.

In the case of a first-order Bragg resonance with A ~ w,, equations (11.108)
reduce to

ir(t)e' Ao (1), (11.110a)
ir(t)e Ao (2), (11.110b)

Co(?)
c1(2)

provided all other nonresonant amplitudes are neglected. Equations (11.110) are
simply the equations for a two-level atom driven by a detuned field, having a pulse
envelope proportional to 7(¢). For a square pulse having duration t and constant r,
the solution for |¢;(7)|*, which corresponds to the probability for the atom to have
a transverse momentum Py = 2hk, is

4¢2 ) zl 4r2 + (A — wy)? ]
7.

2 _
lei(T)1” = (A, sin 5

(11.111)

The oscillations of |¢1(7)> as a function of interaction time are referred to as

Pendellosung oscillations. With an appropriate choice of A, one can excite higher-
order Pendellosung oscillations corresponding to higher order Bragg resonances, but
this requires additional field strength.

11.3 Atom Interferometry

Optical interferometers can serve as sensitive detectors of small changes in optical
paths. The resolution of the measurements is usually limited by the wavelength of
the optical fields. Typically, one measures a fringe shift in the interferometer as the
length of one of the arms of the interferometer is varied. For example, consider a
Sagnac interferometer [18] in which the phase difference between fields propagating
in opposite directions around a ring cavity is measured (see figure 11.8). This type
of device is also referred to as a ring laser gyroscope.

First, imagine that the cavity in figure 11.8 is actually in the form of a ring having
radius R (an old physics joke—consider the horse as a sphere) and that the ring
cavity is rotating clockwise. Owing to this rotation, in order for the field entering
the interferometer at the beam splitter to return back to the beam splitter, the
clockwise propagating field component must travel a distance 282 Rt longer than the
counterpropagating field component, where € is the rotation rate, and 7 = 27 R/c
is the round-trip time for the light. This leads to a phase difference

¢1 = (2”> (29Rr) = A2 (11.112)
A 2

where A = 27c/w is the field wavelength, and A is the ring area. Another way to
arrive at the same result is to note that the difference in Doppler shifts for the two
waves in the rotating frame is

QR

Aw = 20° = 202, (11.113)
C C
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Figure 11.8. Sagnac interferometer.

giving rise to a fringe shift

4A0Q

¢L = Awt = Cz s

(11.114)

as before.
Returning to figure 11.8, we use the Doppler shift method for a square cavity
having side a to calculate the difference in Doppler shifts as

a/2 ' 1.0
Qr'd
A= 20 do Srar | Qa (11.115)
C

a/ c

where we averaged the linear velocity over the arms of the interferometer. As a
consequence, we again find a fringe shift

4Awa 4 Qa? 4AwQ

¢ = Awt = =4o—F = —5—, (11.116)
c c c
where A is the area of the cavity.
Using similar methods, these results can be generalized to [19]
4dawA - R
L= (11.117)
c

where A = An and fi is the normal to the plane of the interferometer (obtained
using a right-hand rule), and « = 1 if the signal is measured at the input port
(full round-trip), as in figure 11.8, or @« = 1/2 if the signal is measured at the
midpoint of the interferometer where the beams are recombined, as in a Mach-
Zehnder interferometer. Rotation rates on the order of 2 x 1077 rad/s/~/Hz can be
measured using a ring laser gyroscope [20]. This is considerably smaller than the
Earth’s rotation rate of 7.3 x 1075 rad/s. The +/Hz in the sensitivity reflects the fact
that the precision of the measurement increases with the integration time; thus, for
a one second integration time, the sensitivity is 2 x 10~ rad/s.
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It is intriguing to consider the possibility of replacing the optical waves by matter
waves in this device [21-23]. Then, equation (11.112) is replaced by

2 2 27R 4a MQA
oy = (”) (2aQRt) = (”) (2aQR T ) == , (11.118)
AB AB Vo h
where vy is the average speed of the matter wave. For all things equal, the ratio
ém  Mc?
om _ M 11.119
o~ o ( )

which can represent a 10'0 increase in sensitivity! Of course, the big catch here
is “for all things equal.” While it is possible to get large-angle beam splitters for
optical fields, the beam splitters for matter waves usually produce relatively small
momentum kicks (typically, several ik = wh/d, where d is the grating period).
Moreover, laser field intensities are considerably larger than the equivalent atom
fluxes. As a consequence, the factor of 10! is reduced dramatically. Still, rotation
rates with sensitivities approaching 6 x 107'° rad/s/v/Hz have been achieved using
matter-wave interferometers [24].

There is another advantage of matter wave over optical interferometers. Since
matter waves carry mass, an atom interferometer is sensitive to inertial effects such
as gravity, to the recoil that atoms undergo in scattering radiation, and to the
changes in velocity or phase produced by collisions with atoms in the paths of the
interferometers. The measurement of the recoil frequency, along with a sensitive
measurement of the atom’s mass, has the potential for yielding the most sensitive
measurement of the fine structure constant. Thus, there are many reasons to pursue
the concept of atom interferometry.

A generic interferometer contains a beam splitter that separates an incoming
beam along different paths (which may be overlapping). A second element of
the interferometer recombines the separated beams so that they can interfere at
a detector. In the Michelson interferometer, for example, a half-reflecting, half-
transmitting mirror serves as both the beam splitter and recombiner. The atom
interferometers we discuss are assumed to work in the Raman-Nath regime—
that is, the interactions of the atoms with the elements of the interferometer
(microfabricated slits, standing-wave optical fields) occur sufficiently fast that any
motion of the atoms during the interaction can be neglected.

In a typical atom interferometer, a collimated atomic beam passes through two
sets of slits (or two standing-wave optical fields) separated in distance by L. The first
set of slits serves as a beam splitter, and the second as a beam recombiner. Following
passage through both sets of slits, the transverse atomic density is detected at a
distance Z from the second slits. (In practice, one often uses a third set of slits as
the detector, observing the atom flux as the slits are moved transverse to the atomic
beam.) We discussed the first stage of this process in the section 11.2, where it was
assumed that the incoming beam was mono-energetic.

Actually, for a perfectly mono-energetic beam, the recombiner is not necessary
if the atom paths overlap. In fact, the diffraction pattern itself arises from atoms
moving along different paths. However, the collimation requirements (transverse
momentum <« hk = mh/d, where d is the grating period) are severe in this case
(typically, the beam angular divergence must be less than 10~#), and it useful to use a
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scheme, similar to that of a photon echo, where the destructive interference resulting
from the transverse momentum distribution can be canceled in certain echo planes.
A device operating in this fashion is referred to as a Talbot-Lau interferometer
[2,25-27].

In a Talbot-Lau interferometer, the angular divergence of the incoming beam
satisfies

Op > d/L, (11.120)

ensuring that any structure in the transverse density following the interaction with
the beam splitter washes out in a distance Z <« L. For a longitudinal velocity vy and
a transverse velocity #; = vy, this condition may be rewritten as

o= WL _wp kT

d Vo d

and is reminiscent of that needed for a photon echo, kuT > 1, to ensure that
the optical coherence is washed out before the second pulse. However, just as in
a photon echo, the second grating can restore the signal at certain echo times or
planes. Also, as in a photon echo, such points are determined by the condition
that a Doppler phase cancels for all atoms, regardless of their transverse velocity.
Since the Doppler phase does not contain A, the location of the echo points can be
determined from classical considerations, even if matter-wave effects are important
in determining the actual density distribution at such points. The angular divergence
of the beam cannot be arbitrarily large; we must require that 6, <« d/w, where w is
the grating thickness or beam diameter of the standing-wave optical field, in order
to ensure that the atoms interact effectively with the beam splitter. This requirement
is analogous to the one we used in coherent transients, where the condition kut < 1
was needed to guarantee that all atoms were in the bandwith of the pulse.

As we mentioned earlier, there are so many different types of atom interfero-
meters that things can get confusing. Let us give a brief classification. In all cases, we
restrict the discussion to Talbot-Lau—type interferometers—that is, those in which
there is a transverse velocity distribution satisfying condition (11.120).

> 1 (11.121)

11.3.1 Microfabricated Elements

If the beam splitters and recombiners consist of microfabricated slits, the interfero-
meters operate in basically two regimes, the #0iré or classical limit, and the matter-
wave limit. A moiré interferometer relies on the shadow effect for its operation—
the motion of the particles is treated classically. Moiré is a French word referring
to the patterns one sees in insect wings. In a moiré interferometer, particles pass
through two sets of slits separated by some distance L <« L. By tracing the classical
paths in such a geometry, one arrives at patterns following the second set of slits
characteristic of a Talbot-Lau interferometer. This interferometer is sensitive to any
changes in the atomic velocity, since they destroy the moiré pattern.

The matter-wave limit, on the other hand, corresponds to separation of the slits
L 2 Lt, where wave features can be seen. A detailed discussion of the theory of
atom interferometers using microfabricated gratings can be found in the article by
Dubetsky and Berman [10]. Here, we consider only atom interferometers in which
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Figure 11.9. (a) Level scheme for an atom interferometer base on stimulated photon echoes.
(b) Atom—field diagram for a Raman echo interferometer.

the beam splitters and combiners are constructed using counterpropagating optical

fields.

11.3.2 Counterpropagating Optical Field Elements

Counterpropagating wave optical field atom interferometers break down into two
general categories, classical motion and matter-wave interferometers. Moreover,
such interferometers can operate in either spatial or time domains. A spatial inter-
ferometer is similar to one using microfabricated gratings—the counterpropagating
optical fields replace the gratings. In such an interferometer, an atomic beam is
incident perpendicular to two field regions separated by a distance L. In a time-
domain interferometer, on the other hand, atoms in a magneto-optic trap (MOT)
are subjected to two field pulses separated in time by T. If L > Lt or ;T > 1,
the atomic center-of-mass motion must be treated quantum-mechanically, even if
certain resonance positions can be determined classically.

11.3.2.1 Classical motion

The motion can be treated classically if L <« Lt or w, T < 1. Since recoil frequencies
(wq/2m) are of the order of 10 to 100 KHz or so, experiments having T < 10 us
are in the classical regime. In the classical regime, there are several ways to design
an atom interferometer. We are interested here only in atoms that spend most of
their life in the interferometer in their ground-state sublevels, since decoherence in
these states resulting from vacuum field interactions is at a minimum. Since the fotal
ground-state population is equal to unity and is unmodulated, the key point is to
construct a signal that depends on the population in a single ground-state sublevel
or the coberence between ground-state sublevels.

For example, consider a stimulated photon echo in the three-level A scheme
shown in figure 11.9(a). Levels 1 and 3 are two ground-state hyperfine levels, and
level 2 is an excited state. The interaction pulses drive optical transitions between
levels 1 and 2 only, while level 3 serves as a sink for part of the excited state
decay. The spatial modulation created in the excited-state population by the first
two pulses of the stimulated echo pulse sequence decays to both levels 1 and 3.
Since the decay is to both levels, it does not totally refill the modulation “hole” left
in level 1 by the field pulses. As a result, there is spatial modulation in each of levels
1 and 3 following spontaneous decay, even if the total ground-state population,
011 + 033 = 1, is unmodulated. The third pulse probes only level 1, such that the
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final signal is sensitive to changes in atomic velocity between the second and third
pulses.

An atom interferometer based on a Raman photon echo, which relies on
a modulated ground-state coherence for its operation, is discussed in detail in
section 11.3.2.3.

11.3.2.2 Quantized center-of-mass motion

In “true” matter-wave interferometers, the recoil an atom undergoes on interacting
with a field plays a critical role. For example, if a ground-state atom scatters
radiation from one mode of a field having propagation vector k into another field
mode having propagation vector —k, the associated recoil is hg?/2M, where M is
the atomic mass and g = 2k.! Clearly, this is a signature of a quantum effect, since
I appears. Matter-wave effects become important once L > Lt or w;T > 1. In
two-level atoms where the ground-state population is constant without any recoil,
the matter-wave effects are the only ones that contribute. If internal state coherence
is used as well, there can be matter-wave contributions to the signals, even if the
echo times are determined by classical considerations [27].

Since we assume that the Raman-Nath approximation is valid, the theory of
any interferometer can be formulated in terms of transfer or transmission matrices
that determine how the fields act on the atoms and free-evolution matrices that
characterize the atomic state evolution between the pulses. Next, we give one
example of a time-domain internal state interferometer and one of a time-domain
matter-wave interferometer.

11.3.2.3 Internal state interferometer

As an example of a time-domain internal state interferometer, we consider a Raman
photon echo in a three-level A scheme. Levels 1 and 3 are the degenerate m = £1
ground-state sublevels of a | = 1 ground state, and level 2 is a ] = 0 excited
state. The atoms are prepared in level 1 and driven by off-resonant fields having the
same atom-field detuning § and Rabi frequencies x (¢) [see figure 11.9(b)]. One field
propagates in the Z direction and is o, polarized (it drives only the 1-2 transition),
while the other field propagates in the —Z direction and is o_ polarized (it drives
only the 3-2 transition). By adiabatically eliminating the excited state and neglecting
a light shift that is common to both levels, we find that the effective Hamiltonian for
this atom field system is

AR (eZikZ|3) <1| _‘_efzikZ'l) (3') (11.122)

This Hamiltonian is identical to the field interaction Hamiltonian for a two-level
atom driven by a resonant pulse propagating in the Z direction with propagation

1 There is also recoil associated with the Doppler effect. That is, an atom moving with velocity v
changes its velocity to vo — hq/M, implying that the frequency change (i.e., energy change divided by
h)is —vq - q/ M+ w4. The first term, which is a Doppler shift, is classical in origin, since it is independent
of A.
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vector q = 2kz and two-photon Rabi frequency

2
a(t) = —Zxa(t). (11.123)

Pairs of field pulses having two-photon Rabi frequencies 21(#) and €,(t) are
applied at times ¢+ = 0 and ¢t = T, respectively, to an ensemble of atoms having
a velocity distribution

Wive) = (wu2) >/ 78, (11.124)

We can take over the result of equation (10.34) for the two-pulse echo to write
031(R, v, ) = _%eiq‘Re*iq‘V“*m sin A sin?(Ay/2), (11.125)

where A; = [7 Q;(#)dt, and v is an atomic velocity. The field pulse durations t;
are assumed to satisfy 2kut; < 1, so that they excite the entire velocity distribution,
and |8|t > 1 to ensure that the excited-state population adiabatically follows the
field pulses and vanishes following each pulse pair. Spontaneous emission during the
pulse is assumed to be negligible.

From equation (11.125), we see that a spatially modulated echo in the Raman
coherence 031(R, v, t) is produced when ¢t = 2T. This echo cannot be observed
directly, since the Raman coherence does not radiate. To observe the echo, one
applies a o polarized readout pulse around ¢ ~ 2T propagating in the Z direction.
From equation (9.15f) for three-level dynamics, one sees that this field converts
031(R, v, t) to a dipole density 032 (R, v, ), with

032(R, v, 1) ~ ¢/ @R RFwt p=iav(t=2T) 61y A, §in® (A, /2), (11.126)

where we have omitted some constants. On averaging this over velocity and using
the fact that q = 2k = 2kz, we find

032(Z, 1) ~ elkZHiot g =2T) i A gin® (A, /2), (11.127)

which corresponds to a signal propagating in the —Z direction. In this manner, one
can read out the Raman echo.

You might ask what this has to do with atom interferometry. Is this not
just a coherent transient calculation? You would not be off-base to ask such a
question. Although not essential, coherent transient experiments of this nature can
be considered to be interferometric, however, since they involve an interference
from two paths corresponding to different ways of achieving the final internal state
coherence. This is seen clearly in all the Doppler phase diagrams of chapter 10. As
such, the resultant signal is sensitive to velocity changes that occur in the arms of
the interferometer.

As an example, consider the effect of gravity on the Raman echo signal (11.126).
The signal depends on (e "9R(©2aR(T) " 35 in the two-photon echo. Assuming
classical motion in a gravitational field with acceleration g, we have

R(0) = R — vot — (1/2)gt?, (11.128)
R(T) =R—(vo+gT)(t — T) — (1/2)g(t — T)?, (11.129)
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where vy is the velocity of an atom before the pulses are applied. It then follows that
for the velocity distribution (11.124),

<efiq.R(0)82iq~R(T)> N eiqARefqzuz(t72T)2/4efi¢g’ (11.130)
with
¢, =q-gT> (11.131)

This phase can be measured by heterodyning the signal field with a reference field.
If the phase is measured as a function of T, one can obtain a value for g. As we
have already noted, experiments of this nature are also very sensitive to velocity-
changing collisions and could be used to obtain the diffusion coefficient for ground-
state scattering of the atoms with some perturber bath. Moreover, for a spatial
interferometer undergoing rotation, one can measure the rotation rate using this
interferometric scheme.

It might be noted that matter-wave effects can be incorporated into the re-
sult (11.126) without too much difficulty if one modifies the Doppler phase diagrams
in chapter 10 to include recoil. For example, in the time interval T following the first
pulse, 013 acquires a relative phase

P> |P+hq/’
—Ep pingT/h=— <2M_2M T/h=(q-v+aw)T, (11.132)

containing both a Doppler and recoil shift. Thus, the recoil shift acts simply as
a detuning in the Doppler phase diagrams. As such, for a Ramsey-fringe-type
geometry, the echo signal contains an additional phase shift proportional to wg,
allowing one to measure the recoil frequency.

11.3.2.4 Matter-wave interferometer

An example of a time domain, matter-wave interferometer is one that employs
off-resonant, standing-wave optical field pulses as its “optical” elements and a
cold vapor of two-level atoms as the “matter wave” [28]. Since the ground-state
population remains equal to unity following the off-resonant pulses, the only way
such an atom-field geometry can lead to interferometric fringes is if the wave nature
of the center-of-mass motion plays a critical role.

Atoms in a magneto-optical trap (MOT) are subjected to two off-resonant
standing-wave pulses at times ¢t = 0 and ¢ = T, respectively. The calculation is
a relatively simple extension of the one given earlier for diffraction by a standing-
wave field. One simply calculates the wave function following the first pulse, imposes
the transmission function provided by the second field, and calculates the density
following the second pulse. For an x-polarized standing wave field having positive
frequency component

1 . . .
EX(Z.1) = S Eg(t)e ™! (% 4 o712 | (11.133)
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where Ey(¢) is the pulse envelope, the effective Hamiltonian for the atom-field
system in the Raman-Nath approximation is

2
H=ou P ZhA cos(q - R)8[t — (j — 1)T], (11.134)

j=1

where A; (j = 1,2) is the area of pulse j [equation (11.77)] whose envelope is
approximated by a delta function, and

q = 2k2. (11.1395)
It simplifies matters if we take as our initial state wave function
Y(R,07) = V- 1/2PoR/A (11.136)

where 07 is the time just before the application of the first pulse, and V is the
interaction volume. As we have noted previously, any choice of wave function
consistent with the initial state density matrix can be used for the calculation. The
choice of plane-wave states, with an ultimate average over a Gaussian distribution
of vo = Py/M, is consistent with atoms having a homogenous spatial distribution
and a Maxwellian distribution of velocities.

Following the first pulse,

(R, 0F) = V112 PoR/M i i cosqR)
oo
— V- 1/2,iPR/E Z (i)" Ta(Ap)e™aR, (11.137)
n=—0o0

which implies that the momentum distribution is

2 h3/2 [}
% > (@) JalA1)S(P — Py — nhq). (11.138)

n=—0o0

®(P,07) =

As a consequence, one finds that the wave function for 0 < ¢ < T is given by

(R, 1) = (2rh) > / dP &(P,0% )¢~ (P*/2M) /1P R

_ Vfl/z i(Po-R—Epyt)/h

x Z " T a(Ap)e i @t gina R=vor) (11.139)

The transverse Doppler phase factor e=74V0! is contained in this result and leads to
a dephasing in the density similar to the one in free polarization decay.
Following the second pulse, the wave function is

V(R TT) = ey (R, T7)

[e.0]

:Vfl/zei(PU'RfEPoT)/ﬁ Z (l)n+m]n(Al>]m(A2)

n,m=—0o0

zqu mq(R voT) —in qu (11140)
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One can recalculate the momentum distribution as

&)(P’TJr) — (znh)73/2/dRw(R7T+)ei(P2/2M)T/heiP-R/ﬁ

S P A AT T
vy n,m=—00
x efinq'VOTe—inzqu(S[P —Py — (7’2 + m) hq] (11141)

As a consequence, the wave function for ¢ > T is

’ﬁ(R» t) — (27‘[71)73/2 /dP &)(P’T+)efi(P2/2M)t/heiPAR/ﬁ

_ ei(PO-R—EpOt)/fL
% Z n-‘rm]n A] ]m AZ —mqvoT —intw, T
n,m=—0o0
5 @l ) q~[R7v0(t7T)]efi(n+m)2wq(th). (11.142)
We are interested in the atomic density p(R,#) = |¢(R,#)]* following the

second pulse, averaged over the velocity distribution. Using equations (11.142) and
(11.124), we find that the velocity averaged density is

(o¢]

PR ) =V S (@) LA Ll A) T (A1) e (Ad)

n,m,n'm=—o00
. /. . 2 7 ’ . ! /
% e*l(nzfnz)quefz[(ner) —(n'+m )Z]wq(th)ez(nvmen —m')qZ

x g lmtm—nl =) t=T)+n—n\TF ¢ /4 (11.143)
If we set . =n — ', m = m — n/, and use the sum rule (11.85) in the form

" Japw (A1) (Ar)e*H27) = (2 Ay sinal, (11.144)

we can transform equation (11.143) into the simpler form

o0
_ -1 i(+)g Z —[(i+m)(t—T)+a T q*u? /4
(p(R,2)) =V e e

X I {2A1 sin[(72 + m)wy (t — T) + ﬁqu]}

X Ju {2 A sin[(7 + m)wg(t — T)]} . (11.145)

Although somewhat complicated, equation (11.145) displays an extraordinarily
rich structure. If w,t < 1 (classical motion limit), p(R, #) ~ V~!; there is no structure
in the classical motion limit. In other words, the diffraction pattern must arise from
effects related to the quantized nature of the center-of-mass motion. If we assume
that

quT = 20, T (Mu/hq) > 1, (11.146)
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which is typical for atoms in a MOT (momentum greater than recoil momentum),
then the interference pattern washes out except in the vicinity of echo times

te:<1—_n_>T>T. (11.147)
n+m
At such times, the spatial density is constant, but there is spatial modulation
having period A/[2|7 + || in the transverse direction that occurs during a time
interval At ~ 1/qu about these points. This result shows that while the structures
observed are products of matter-wave interferometry, the positions of the matter-
wave gratings are determined by classical echo considerations, i.e., where a Doppler
phase cancels, as in any Talbot-Lau interferometer.

Near the echo times t = t, + At = [1 — 72/(n + m)]T + At, equation (11.145)
reduces to

(PR, 1)) =V Y ol tmaZ = lmtmaudt/4 [ 15 Ay sin[aw, At(7 + )] }

X I {2 Ay sin[—7i, T + wy At(7 + )]}, (11.148)

provided that |A#| < 1/qu. For pulse areas of order unity and for (Mu/hq) > 1,
equation (11.148) becomes

o]

(,O(R, t)) ~ V—l Z (_1)77’1 (_1)(|ﬁ|—ﬁ)/2 (|7TZ|!>_1 ei(h+7h)qze—[(iH—ﬁ’l)qMAth/4
x [ Aoy At(i+ )] T [2As sin(iio, T)]. (11.149)

All harmonics in the signal vanish at the echo times, but they exist in the vicinity of
these points.

A contour plot of the signal is shown in figure 11.10, illustrating these features.
The large amplitude near + = T (m = 0, m = =1) corresponds to a free
polarization decay signal following the second pulse, with the density [obtained from
equation (11.148)] varying as

Vip(R, 1)) ~ 1+ 2(Aywg At)e™ 120"/ cos(q Z) (11.150)

for t 2 T. Near the echo plane at t = 2T (7 = F1, 7n = £2), the density varies as

)2

V(o(R, 1)) ~ 1 —2(AjwyAt)]2[2 Ay sin(w, T)]e 7“2/ cos(q Z), (11.151)

with modulation period 27 /g, and near the echo plane at ¢t = 3T/2 (n = F1,
m = =43), as

Vi(p(R, 1)) ~ 1 — 2(A1w, A1) ]3[2 A sin(a)qT)]e’(q”A”z/“ cos(2qZ), (11.152)

with modulation period 7/g. You can also see the modulation with period 27 /3g
near the echo plane at t = 4T/3 (7 = F1, m = £4), and the modulation with period
27 /q near the echo plane at t = 3T (7 = F2, 7;n = +3), where the density varies as

Vip(R, 1)) ~ 1+ (Ala)th)z J2[2 Ay sin(2w, T)le 20" /4 cos(q 7). (11.153)

The density in the echo planes is constant.
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Figure 11.10. Contour plot of the density for a matter-wave interferometer, with A; = 4,
Ay =2,quT =15, and w, T = 1. The darker colors correspond to lower densities.

Experimentally, it is easiest to observe the signal when (7 + 771) = +1, since this
value corresponds to a grating having period 1/2, from which one can back-scatter
a traveling wave field having the same frequency. With 7= —Nand m= N+ 1,

f,=(1+NT+ Ar, (11.154)

and the component of the grating varying as ¢’9% has an associated density equal to
(PR, 1)), = =V~ (N)~! cos(2kZ)elauar’/4

x (A1og AT)N Jni1[2 Ay sin(Nooy T)). (11.155)

Since the recoil frequency appears in this expression, one can measure w,; by
varying the interval between the pulses. Moreover, if we had included gravity, there
would be an additional phase factor

¢y =k-gT*N(N+1) (11.156)

appearing in the argument of the cos function, allowing for a measure of the
acceleration of gravity g using this matter-wave interferometer [28].

11.4 Summary

We have described scattering of radiation or matter waves in terms of shadow,
Fresnel, and Fraunhofer regions. The shadow region corresponds to classical or
straight line paths for the light or atoms, while the Fresnel and Fraunhofer regions
correspond to wave diffraction. We have concentrated on the Fresnel region for
matter-wave scattering and have seen how microfabricated gratings and standing-
wave optical fields can be used as “optical elements” to diffract atoms. The
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Talbot effect, or self-imaging of a periodic structure, was derived, as was the
diffraction pattern for amplitude and phase gratings. The Raman-Nath and Bragg
scattering limits were distinguished. Following a discussion of atom optics, we
showed how atoms can be used in atom interferometric schemes to provide sensitive
measurements of inertial effects and the recoil frequency. Interferometers in which
the atomic motion could be taken to be classical were distinguished from those
in which the center-of-mass motion had to be quantized. All calculations for atom
interferometry were carried out in the Talbot-Lau regime, analogous to photon echo
schemes in which there is a rephasing for different velocity groups at certain echo
points or planes. We now switch gears and move on to the second part of this book,
involving quantization of the radiation field.

Problems

1. Estimate the spreading of a Gaussian laser beam by using a transmission
function

T(X, V) = — e X128
wa*

and calculating
1 . ,
Y(X YY)~ — / dRLT(X, Y )e RoR1R7/Z
nZ

valid in the Fraunhofer regime.
2. A lens can be modeled as having a transmission function

TXY)=e (%))

across the area of the lens, where a is the lens radius and k, is a constant that is
proportional to 7— 1, where 7 is the index of refraction of the lens. Neglecting
the transmission from beyond the lens border, show that focusing occurs at a
distance

_ g
ok

behind the lens. Moreover, prove that in the focal plane, the Fresnel (quadratic)
contribution to the diffraction amplitude vanishes and that one is left with
a Fraunhofer scattering result, even though the signal appears in the Fresnel
zone. Estimate the spot size.

3. Assume that there is an angular divergence 6, in the incident atomic beam
resulting from a distribution of transverse velocities in the beam. Determine
the maximum value of 8, for which the Talbot effect is not “washed out” as a
result of the beam divergence.

4. Use equation (11.48) or (11.49) to estimate the positions and widths of
the intensity maxima for an N-slit grating in the traditional Fraunhofer
limit, equation (11.57), when « is sufficiently small to neglect the diffraction

Z
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envelope of the slit. Plot | D(X)| as a function of X/d for N =10, s = 10%, and
a = 0.0001.

. Use equation (11.49) to estimate the positions and widths of the intensity

maxima for an N-slit grating in the “separated beam” Fraunhofer limit,
equation (11.60). Plot |D(X)| as a function of X/d for N = 10, s = 10,
and @ = 0.2. Show that under these conditions, the beam is separated into
a number of beams, each having spatial width of order D.

. Plot |D(X)| as a function of X/d for N = 40, « = 0.2, and s = 0.5, 1, 2.3.

Show that the scattering for s = 0.5 and 1 is in agreement with the Talbot
effect. Also show that for s = 1/3, there is evidence for the fractional Talbot
effect.

. Prove that at half-integral multiples of the Talbot length, the grating structure

is reproduced with a half-period displacement.

. Give a geometrical argument based on Huygen’s principle to show that there

can be a fractional Talbot effect. Assuming that the ratio of the slit size to the
period is small, show, for a grating having period d, that there is a fractional
Talbot effect having period d/2m at distances equal to Ly/4m for integer m,
that there is a fractional Talbot effect having period d/(2m + 1) at distances
equal to Lt/(2m + 1) for integer m, and that there is a displaced {shifted by
d/[2(2m + 1)]} fractional Talbot effect having period d/(2m + 1) at distances
equal to L1/[2(2m + 1)] for integer m.

. Derive equations (11.103) and (11.108).
. By adiabatically eliminating intermediate states assuming that |A — nw,| < oy

and nw,t > 1, show that the effective two-level equations for an nth-order
Bragg resonance (A ~ nw, > 0) can be written as

)ei(nA—nzwq)tcl(t)’

Enlt) = i xu(t)e A=) g 1),

o
o
=

=
>

I

-
>
X
2

o~

where
r™(t
Xn(t) = )2 —
[(n— 1)
Write equations (11.108) including 7 = —1, 0, 1, 2, assuming that A is tuned

to the first-order Bragg resonance, A = w,. With 7(t) = (A/2)sech(x¢/2) and
wg = 5, solve these equations numerically for A = /2, 37/2, 57/2. Show
that while the state amplitudes c_; and ¢, fall to zero following the pulse,
they still influence the final values of ¢y and ¢;. Compare the values obtained
from solving the four state equations with those obtained from the two-state
equations. This should be a warning that even on-resonance, nonresonant
states can modify the results by providing the equivalent of light shifts to the
levels.

Consider a classical internal state interferometer in which the atoms have a
three-level A scheme in which levels 1 and 3 are two ground-state hyperfine
levels and level 2 is an excited state, as in figure 11.9. The interaction pulses
drive optical transitions between levels 1 and 2 only. Consider a pulse sequence
in which there are four pulses: pulse 1 at # = 0 with propagation vector k; pulse
2 attime Ty < y, - with propagation vector —k; pulse 3 a standing-wave field
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in the £k direction at time T3y 4 T; and pulse 4 at time Tp1+2T in direction —k.
Draw a Doppler phase diagram for this pulse sequence, and show that an echo
can be produced at #, = 2T51 + 2T in the k direction. What is the advantage of
this grating-stimulated echo [29] over the conventional stimulated echo with
regard to sensitivity to velocity-changing collisions?

Derive equation (11.145) starting from equation (11.143).

Draw a Doppler phase diagram analogous to that of figure 10.8 for resonant
Raman transitions rather than optical transitions, including the effects of
recoil. That is, take the difference of the propagation vectors equal to q, q,
—q for the three field interaction zones. This can be done using the method
outlined at the end of appendix B in chapter 10. Show that at the echo point
t =211 + T, 031 varies as cos(2wg Tr1).

Draw Doppler phase diagrams to show how the phase shifts (11.131) and
(11.156) arise.

Using arguments similar to those in arriving at equation (11.131), derive an
expression for the fringe shift that occurs in the Raman echo for an atomic
beam having velocity vog = voZ + v passing through two field zones separated
by L as a result of the fact that the entire experiment is being carried out in a
rotating frame (such as the Earth). To do this, assume that the acceleration of
the atom in the interferometer is simply 2voz x €, the “fictitious” Coriolis
acceleration. Show that your result agrees with equation (11.118). Thus,
even if the entire apparatus is rotating, including the source, one can use an
interferometer to measure the rotation rate. Assume that the transverse velocity
v < v, but that 2kvrL/vy = qurL/vy > 1.

Estimate the fringe shift per radian of rotation rate when a supersonic
sodium atomic beam passes though two microfabricated gratings separated
by 0.66 m [22]. Assume that the beam velocity is 1.03x10° m/s and that the
grating period is 200 nm. Consider only the matter-wave grating having the
lowest order (that is, the largest) period.
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The Quantized, Free Radiation Field

We now move on to problems in which it is necessary to quantize the electro-
magnetic field. As was mentioned in chapter 1, such problems fall into a number of
categories, including cavity fields, spontaneous emission, and light scattering. There
are many ways to quantize the radiation field. In the appendix, one such approach
is given, following the treatment in Cohen-Tannoudji et al. [1]. More generally,
however, the most foolproof way to quantize the field is to calculate the classical
field modes associated with a given boundary value problem and then assign creation
and annihilation operators that give rise to each of these distinct field modes.

There are many excellent texts on quantum optics that offer detailed discussions
on quantum aspects of the radiation field. Some of these texts are listed in the
bibliography of chapter 1. We provide a very limited introduction to quantum
properties of the radiation field and photodetection in this and the following two
chapters. In subsequent chapters, we concentrate on applications involving the
interaction of the quantized radiation field with atoms.

12.1 Free-Field Quantization

We first consider fields in free space with no sources. Of course, there have to
be sources present somewbhere to produce these fields. To quantize the free field
using a simplified approach, one can start with the spatial modes of a free, classical
field satisfying periodic boundary conditions. Such spatial modes are plane waves,
varying as exp(ik - R), where

k = kX + kyy + k.Z, (12.1)
27y, 2 ny, 2mn,
ke = T ky = T k, = T (12.2)

and L? =V is the quantization volume. The quantities 7,, ny, and 7, can take on all
integer values.
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The quantized electric field operator is written as

ER)=i) Ejlajeje™ ™ —ajeje™F]
j

]

=E"(R)+E (R), (12.3)

where ¢; is the polarization of mode j,! E; is a (real) normalization constant, a; (a;)
is the destruction (creation) operator for a mode having propagation vector k; and
polarization €;, and

E'R) = [E"R)]"=i) Ejae;e™ R (12.4)
j

is the positive frequency component of the field. The free-field modes are transverse,
with k; - €; = 0. There are two independent polarization vectors and creation and
destruction operators associated with a given k;, and the subscript j is a shorthand
notation for a set of quantum numbers (nx, ny, nz). The destruction and creation
operators satisfy the commutation relations

[ai,ﬂ/]=[ﬂj,ﬂj]=0, [ai,a;]=3i,/~ (12.5)

In calculating any physically relevant quantities, the final answers must be indepen-
dent of the choice of quantization volume V.

Although a; and a; are operators, we do not write them as 4; and &, nor do
we include a “hat” (") on the field operator. In fact, from this point onward, except
where there is cause for confusion, we suppress the hat symbol on all operators.

For the free field, the total energy in the field is twice the integral of the
energy density associated with the electric field integrated over the volume. As a
consequence, the energy operator corresponding to the field (12.3) is

H=e / d*REEj(a;e™® —ale™R)ale™™ R —a;e™R)
jii
' o
:eOVZEf(a,a,+a}a,)=zeovZE$ (aia/—i—z), (12.6)
j j
where € is the vacuum permittivity. If we choose

ho;
Zéov ’

E; = (12.7)

where w; = kjc, then
1
H= ho; (71 + = ), 12.8
- (+3) 125
where the number operator #; is defined by
i =ala;. (12.9)

1 We adopt a notation in which the polarization vector for the quantized field is written without a
" (“hat”), although we continue to include the " in the polarization vectors of classical fields.
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The Hamiltonian is the same as that for an ensemble of harmonic oscillators hav-
ing frequency w;. We will assume that equation (12.8) is the free-field Hamiltonian.
For reference purposes, we list the momentum of the field

P= th (aa, ) th,aa,, (12.10)

the vector potential

AR) = Ajajee™ ™ +ale;e ™), (12.11)

the electric field

ER)=i) E(aje;e™® —aleje ™), (12.12)

and the magnetic field

B(R)=i) Bjlajk; x e;e™™® —a
j

;Kf' X e,-e’ikf‘R). (12.13)

In these equations,

B, =—L, A ==L, (12.14)

and
kj=—". (12.15)

is a unit vector. For a single-mode field with w; = , the Hamiltonian is

1 1
H = ho (aTa+2> = ho (ﬁ+2> . (12.16)

where 71 = a’a. Since the Hamiltonian is the same as that of a harmonic oscillator,
the eigenenergies are given by

1
E, =ho <n+ 2> , (12.17)

where n = 0,1, ... . The eigenkets are denoted by |r), which are called photon
states of the field. They are also referred to as number states or Fock states. They
are not localized states, extending over the quantization volume. As in the case of
the harmonic oscillator, the destruction operator a is a lowering operator,

aln) = Jaln — 1), (12.18)
while the creation operator a' is a raising operator,

a'ln)y = Vn+1n+1), (12.19)
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and the number operator leaves the ket unchanged,

n|n)y =a'a|n) = nn). (12.20)
It follows from equation (12.19) that the ket |z) can be written as
m=20 (12.21)
n) —m— —— , .
N

where the state |0) is referred to as the vacuum state of the field. For a multimode

field,
AT X
- (j;)T (Z)T (j% 0) . (12.22)

We have not said anything about how one can construct such number states. In
general, this is a difficult task. The most common way to create a number state is to
send a single atom in an excited state into a cavity and allow the atom to transfer its
excitation to a single-cavity mode.

|1’117l2 e 1’1,‘)

12.2 Properties of the Vacuum Field

The expectation value of the electric field in the vacuum state vanishes, since
(OIE|0) =i Y E;(0l(a;e;e™ ™ —aje;e ™ 1®)|0) = 0. (12.23)
j
This is the type of result one would expect for the vacuum field. However, the fact

that the average field vanishes does not imply that the energy density in the field,
proportional to (O|E2|O) also vanishes. In fact, one finds that the energy density

a)a)
€0(0|E*|0) = —EOZ ’ € - €j[(Olaja),|0)e iHkIR

+<0|a-a~f|0> Witk R _(0lajal,0)e' I TRIR — (0lafa;[0)e FRiIR]
_ Z hoj _ @. (12.24)
AV

Going from a discrete sum to a continuum using the prescription

Z = # /dk, (12.25)

one obtains

he 4m e
0|E?|0) = 77/ dk k>, 12.26
€0(0[E*|0) 2 27 J, ( )
which diverges. The energy density of the vacuum field at each point in space
is infinite. Depending on your point of view, this can be viewed as either an
embarrassment or a simple inconvenience. The fact that the vacuum energy is infinite
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does not seem to have any physical consequence (apart from the cosmological
constant). Nevertheless, vacuum fluctuations (e.g., the possibility to emit a photon
while exciting an atom to a higher energy state) have measurable consequences such
as the Lamb shift of atomic levels and the Casimir effect (e.g., attraction of two metal
plates in vacuum). The field of quantum electrodynamics was developed in large
part to deal with infinities associated with these vacuum fluctuations. When point
charges and masses are renormalized to their measured values, vacuum fluctuations
are found to lead to finite rather than infinite corrections to energy levels and
interactions.

In expanding any state in the Schrodinger representation, it is useful to use a
representation in which the (infinite) energy of the vacuum field is eliminated. This
is the convention that we adopt such that, for the most part, we take as our effective
Hamiltonian

H=) hoala;. (12.27)

Moreover, any Lamb shifts of atomic energy levels resulting from the interaction
with the vacuum field are assumed to be incorporated into the energies of the atomic
states.

12.2.1 Single-Photon State

A multimode, one-photon state for the free field can be defined by

ZC )a'10). (12.28)

In effect, this state represents a superposition of single-photon states of the type
|1,)—that is, a state where there is a single photon in mode j. From the Schrédinger
equation with the Hamiltonian (12.27), it follows that the state amplitudes c;(t)
evolve according to

&i(t) = —iwjc;(t). (12.29)

Therefore, we find

[W(t)) = ¢;(0)af|0)e Ze wite (0)[1;) . (12.30)
j

For this one-photon state, the expectation value of the positive frequency
component of the field vanishes, since

+ . hw/ 12 1k R
(E >=z2(w) H(W(t)la;|W(t)) = 0. (12.31)
j

This is not a surprising result—a one-photon state of the field cannot possess a well-
defined phase, implying that a quantum-mechanical average of the field operator
must vanish. On the other hand, the average value of (E~-E*), which is proportional
to the average field intensity measured by a detector (since E* “destroys” a photon
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at the detector), is

_ h b itk
(E~-E*) = (W|Zme/-€,—u/—wiw,/aia,—,e ki =k )R |\pyy
i

h i(kj—kis)- —iwyy
Z (1['4';@6, . 67'/4/(1)/'0)//371(1(/ k/ )Re 1 tai/|1lr>c7<(0)61f(0) .

7,700
(12.32)

In the sum in equation (12.32), only terms with j =/ and ;' =/’ contribute, leading
to

2

K .
(E--E%) = > Jwie R eileci0)] (12.33)
j

B ZEQV

This expression is similar to that for the propagation of a classical electric field
pulse. If all k; are along the x direction (plane wave), then the solution is a function
of (X — ct) only.

The result (12.33) is somewhat paradoxical. Recall that although the energy
density at each point in space for the vacuum field is infinite, the average vacuum
field intensity measured by a detector, proportional to (O|E~ - E*|0), vanishes. On
the other hand, the average value of E~ - ET given in equation (12.33) for a single-
photon state is proportional to the quantization volume when the sums over j are
converted to integrals using the prescription (12.25). Since the quantization volume
goes to infinity in free space, it would appear that the energy in a single-photon pulse
measured by a detector is infinite. Clearly, something is wrong with this result.

Where did we go wrong? Well, we really didn’t go wrong yet. In converting the
sums to integrals in equation (12.33), we must also convert the state amplitudes ¢;(0)
corresponding to discrete field modes to continuum-mode variables c¢(k, ¢t = 0). To
accomplish this conversion, we set

with the normalization such that [ dk |c(k, 0) |2
(12.33) goes over into

= 1. With this substitution, equation

2

(E"-E%) = zi , (12.34)
€0

/dkx/ze"(k'R*k“)ekc(k, 0)

which is independent of the quantization volume.

12.2.2 Single-Mode Number State

For a single mode of the field in a pure number or Fock state |#),

An? = (i) — (1) =0, (12.35)
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and
(ETy =0, (12.36a)
- B hon
(E7-E") = 2e0V’ (12.36b)
o= (f) oo () o o
ZEQV Zéov ’ '

A(E"-EY) = (222012) v, (12.36d)

where A represents the standard deviation. Provided that 7z > 1, there is a relatively
small uncertainty in the field intensity, since A (E~-E*) /(E~-ET) = 1//n. On the
other hand, a pure # state is zot an eigenstate of field intensity. The fact that (E*) = 0
is related to an uncertainty in the phase of the field. Phase is discussed in section 12.5,
but for now, we note that a pure # state has a phase that can be considered to be
totally random. In some sense, a pure # state is similar to a field having amplitude
Eo = V2[hw/(oV)]"/?\/n and random phase ¢ such that E = Eq cos(kz — Qt + ¢),
(E*)y = 0, and (E"E*), = E}/4 = hwn/2¢)V. The analogy is not complete,
however, since there are no fluctuations in the intensity of this classical field.

12.2.3 Quasiclassical or Coherent States

In the early 1960s, the advent of the laser led Roy Glauber to consider a special class
of states of the quantized radiation field that are known as quasiclassical or coberent
states [2]. These states are chosen in such a fashion that their properties mirror those
of classical radiation fields. More precisely, the coherent states are defined in a way
that they reproduce the corresponding classical field results if quantum fluctuations
of the field can be neglected. For his work, Glauber shared the Nobel Prize in 2005.
Glauber has stated that his work aroused a great deal of skepticism at first, owing
to some unusual properties of the coherent states.

In order to discuss coherent states, it will prove useful to introduce the Heisenberg
representation. To this point, we have used the Schrodinger representation in which
operators are time-independent and the state vector is a function of time. We will
give a somewhat more detailed description of the Heisenberg representation in
chapters 15 and 19. At this time, you need remember only that an operator OH(¢) in
the Heisenberg representation is a function of time, obeying an evolution equation

d?;(” — [OH(e), . (12.37)

and that the state vector for the system in the Heisenberg representation, |W)H,
is constant in time, equal to the state vector for the system in the Schrodinger
representation at time ¢ = 0. The Heisenberg representation is especially useful
when one is interested in obtaining equations for operators rather than the state
vector of a system, since the Heisenberg operators usually obey time-evolution
equations that closely resemble those of the corresponding classical system. In the

ih
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remainder of this chapter, Heisenberg operators will always be written with an
explicit time dependence. The Heisenberg and Schrodinger operators are defined
in such a manner that they coincide at ¢ = 0. If the Hamiltonian is time-independent
in the Schrodinger representation, it is also time-independent in the Heisenberg
representation; moreover, the commutation relations of operators is the same in
the Heisenberg and Schrodinger representation.

From equations (12.37), (12.27), and (12.5), it follows that, for free fields, the
evolution equation for the annihilation operator a;(t) is

df(t) = —ia),-a/(t), (12.38)
with solution
a;(t) = e‘i“’fta/, (12.39)

where a; = a;(0) is a Schrédinger operator. Similarly,

al(t) = ei")f‘a?.

, (12.40)

As a consequence, the electric field operator E(R, #) (now written as a Heisenberg
operator) for the free field is

ER.2) =i Ej(ajeje™ ™7t —alejeRrion), (12.41)
j

Assume for the moment that there exists a single-mode quantum state of the field
|} that is an eigenket of the annihilation operator a—that is,

(alala) = a, (12.42a)

(ala’|o) = o, (12.42b)

where a is a complex number. If such a state existed, then the expectation value of
the electric field operator E(R, ) for this single-mode field having frequency w = kc
and polarization € is

(E(R, 1)) = i E e(ae R _ g*gikR-iot) (12.43)

where E, = (hw/2¢0V)"%. In other words, the expectation value of the field is
identical to that of a monochromatic plane-wave field having (complex) amplitude
E,o. Moreover, the expectation values of the field energy and momentum equal
those of the corresponding classical fields.

Thus, as long as quantum fluctuations of the fields are unimportant, the states
|a) can be associated with classical fields. Fluctuations tend to be unimportant if
(n(t)) = <aT(t)a(t)> > 1, although this proves to be a necessary, but not sufficient,
condition. We have not yet indicated the manner in which one can create such
quantum states of the field, but it is not unreasonable to believe that most of
the radiation fields we encounter can be represented in first approximation by
coherent states of the field. In fact, we will show in chapter 15 that a classical
current distribution gives rise to a quantized coherent state of the radiation

field.
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In general, several coherent-state field modes can be excited. A multimode
coherent state can be written as |a1, o2, ...«; ...), for which

(ER,2)) =i Y Ejloje;e™ Rt — i (t)eje kiR, (12.44)
i

For the remainder of this chapter, we deal mainly with single-mode fields.
The equation

ale) = ala) (12.45)

defines a coherent state. It is a fairly amazing equation, since the application of the
destruction operator results in a state with the same value of (7). It is precisely this
property of coherent states that Glauber claims was disturbing to some people who
read his articles. The fact that equation (12.45) leads to coherent states of the field
does not guarantee the existence of such states, since the non-Hermitian operator a
may not possess a set of normalizable eigenkets. However, we can try to construct
such a state by writing

o]

o) = (nle) ) (12.46)

n=0

and see whether we can find the expansion coefficients (r]a).
We start by using equations (12.45), (12.46), and (12.18) to write

ala) = Z Valn — 1) {nla) = ala). (12.47)
Multiplying by (m — 1|, we obtain
Jmimle) = a(m — 1|a). (12.48)
Therefore,
o o’ o’
(nla) = ﬁ(n — 1l]a) = m(ﬂ —2]a) = M(ka), (12.49)

and it follows from equation (12.46) that

aﬂ
la) = Z Jn_!<0|a>|n>. (12.50)
To fix the value of (0|a), we assume that the |a) states are normalized, such that
o) = 3 012 = Ol e = 1 (12.51)
- n! B o ’

n

Taking (0la) to be real and positive, we obtain

(Ola) = et/ (12.52)
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and
) = Z %(ma)m) = Z %e—lmzﬂln)
Ty\n
= Z %3_“”2/%0) = ' ¢l 2)0), (12.53)

Although there was no guarantee that eigenkets of a exist, it has been possible to
construct them. The coherent state with « = 0 is the vacuum state of the field.

12.2.3.1 Properties of coherent states

The probability distribution of photon number 7 in a coherent state obeys a Poisson
distribution

|O{|2n

p el (12.54)

|(nla)|* =

The mean, mean square, and variance of the photon number are

() = (a'a) = (ala’ala) = |a|?, (12.55a)
(7*) = (a"aa’a) = (ala’(a’a + Dala) = |a*(|a|* + 1), (12.55b)
(AR?) = (i) — ()* = |af?, (12.55¢)
such that
en_ 1 _ 1 (12.56)
() @ el

For large values of |«|, the relative fluctuations of the intensity of a coherent state
are minimal. These equations are valid only for « # 0. The state with @ = 0 corre-
sponds to the vacuum state |0), which is an eigenstate of the number operator having
eigenvalue zero.

Since a is not a Hermitian operator, there is no guarantee that the eigenkets of a
are orthogonal and complete. In fact, the coherent states are not orthogonal, since

—(laP+1812)/2 (et N~ @)
e (njm) =e Z o
n

(alp) = 272 NN
— o~ aPHBR B _ = bla—pP e p—ap) (12.57a)
l(@]B))?> = e7leFF, (12.57b)

On the other hand, the coherent-state eigenkets form an overcomplete set. That is,
although they obey a completeness-type relationship

l/dzoqoz)(oq =1, (12.58)
T
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owing to the lack of orthogonality, any coherent state can be expressed as a linear
combination of other coherent states,

1
W= [ Eop. (12.59)

Since « and B are complex, the integrals in equation (12.58) and (12.59) are over the
complex plane, d?a = dRe(a)dIm(a), d*8 = dRe(B)dIm(B). The overcompleteness
of the eigenkets will be exploited when we consider the density matrix for the field.

12.2.3.2 Representation of a coherent state as a translation of the
vacuum state

It turns out to be very useful to seek an alternative representation for coherent
states. In particular, we want to show that a coherent state can be represented as
a translation of the vacuum state. Recall that the vacuum state is a coherent state
with o = 0, for which («|a|a) = (a]at|a) = 0.

We seek unitary operators D(B, 8*) and D'(B, p*) that act as a translation
operators for the field creation and annihilation operators—namely,

D'(, *)aD(B, B*) = a + B, (12.60a)
D'(B, B*)a" D(B, B*) = a' + B*. (12.60b)

Since B is complex, it is completely determined if we specify its real and imaginary
parts or, alternatively, if we consider B and B* as independent variables, which
proves more convenient at the moment. Using equations (12.60a) and (12.47), we

find
a [D'(B, B*)la)] = [D'(B, B*)aD(B, B*) — B] D' (B. B*)ler)
= (@ — B)DY(B, B*)|a). (12.61)

In other words, D'(B, B*)|a) is an eigenket of a with eigenvalue (¢ — B). It follows
that D («, a*)|a) = ¢|0), where ¢ is a constant that must have a magnitude of unity
if D(B, B*) is unitary. Taking ¢ = 1 leads to

la) = D(a, a*)|0), (12.62)

which implies that D(a, a*) generates coherent states from the vacuum state.
To arrive at a specific form for D(«, o*), we consider first infinitesimal transla-
tions € in the complex plane given by

D'(e, " )aD(e, €*) = a + . (12.63)
To first order in € and €*, we can write

Die,e*) = 1+ €A+ B, (12.64)
which implies that, to this order,

Di(e,e*)=1—€A—€*B, (12.65)
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(1—€A—€*B)a(l+eA+¢e*B)=a+¢€la, Al+¢€"[a, B]. (12.66)

If we compare equations (12.63) and (12.66), we find that A = a' and that B is a
function of a only. Using a similar procedure starting with

D'(e, €")a' D(e, €*) = a' + €*, (12.67)
we obtain B = —a. As a consequence, equation (12.64) becomes
D(e, ") =1+e€a’ — e*a. (12.68)

To get D(a, a*) for finite translations, we use a standard “trick” and write

la(A +d)r)) = D[a(r + dA), a™(A + dAr)]|0)

= D(adr, a*d)\) D(ai, o)) |0), (12.69)
where A is real. It then follows that
Wﬁ — (a"adh — aa*dr) D(ar, a*1). (12.70)

Integrating this equation from A =0 to A =1, using the fact that D(0, 0) = 1, we find

*

D(a, a*) = e%a' 99" — p=3lal* pua’ p-a’a, (12.71)

The coherent state (12.62) can be written as
la) = D, a*)]0) = e~ 2% %" |0y, (12.72)

since e~*"?|0) = |0).

We have accomplished our goal of obtaining a displacement operator that acts on
the vacuum state |0) to produce the coherent state |a). Expressing a coherent state in
terms of the displacement operator often simplifies calculations involving coherent
states. Using the fact that eAtB — pApBe-[AB]/2 provided that both A and B
commute with [A, B], you can easily prove the “addition theorem” for translations,

D (o1 + s, of +a3) = D (a1, a}) D (aa, o) elrea7ei2), (12.73)

12.3 Quadrature Operators for the Field

The operators a and a' are not Hermitian and do not correspond to physical ob-
servables. So far, the only operators that we have discussed that could correspond to
physical observables are a'a and the field operators. Actually, in most experiments,
it is a field intensity that is measured, so it is important to connect that intensity
measurement with quantum-mechanical operators that characterize the field.

For a single-mode field,

E(R, t) = i E(ae*R-it — gfemikRetiot) e (12.74)
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If we define
a=a|+ia, (12.75a)
a’ =ay —iay, (12.75b)

where a1 = a;, a, = a;, are Hermitian operators, then

E(R, ) = —2Ee [a; sin (k- R — wt) + ias cos (k - R — wt)]. (12.76)
A classical field of the form
E(R,?) = i Ee(e' 70" — gk Rtier) (12.77)
can be written as
E(R, ) = —2Fessin (k - R—wt) . (12.78)

Thus, the term proportional to a; in equation (12.76) is referred to as the in-phase
component of the field and that proportional to a, as the out-of-phase component
of the field. As such, the operators a1 and a, correspond to observables that can be
measured in experiments by heterodyning the field with a reference field.

The Hermitian operators

+
a=212 (12.79a)
2
_ 47
n=2"" (12.79b)
21
satisfy the commutation relations
1 1 )
a1 a2] = - [a+a'.a —a] 2_27:%' (12.80)

The operators do not commute, and the product of the variance of the operators
satisfies

(Aay)* (Aap)* = 1/4

Since these operators correspond to physical observables, it is useful to calculate
their average values and variances for different quantum states of the field.

12.3.1 Pure n State

In a Fock or number state of the field

(nlay |n) = (nlay |n) =0, (12.81)

2y = 2 (il (a+a'Ma +at)im) = 2 (nt 2 (12.822)

(ﬂ|ﬂ1|ﬂ>—2(n|a+a a+a In)—2<n+2), .82a

(naz|n) = ! (n)(a—a")a—a')|n) = 1 <n + 1) (12.82b)
: 4 2 2) '

Aay = Aay = \/n+1/2 /¥2, (12.83)
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and

1 1
Aaihay = 5 <n + 2) . (12.84)

The Fock state is not a minimum uncertainty state except for # = 0. The vacuum
state is a minimum uncertainty state for the operators a1, a.

12.3.2 Coherent State

In analogy with the operators a4, a,, we define real variables

T J;“ , (12.85)

o — ot
= . 12.86
o % ( )

In a coherent state of the field, we then find

(alar]a) = ay,

(elarle) = o, (12:87)
and
(af) = (alﬂla) = %(odaz +a? vadt +atala)
= %(a2+a*2+l+|a|2+|a|2):a%—i—%. (12.88)
In the same way, we obtain

(alazle) = a3 + %, (12.89)

such that
Aay = Aay = 12, (12.90)
AaiAay = 1/4. (12.91)

The coherent state is a minimum uncertainty state. Note that Aay/ (1) = 1/ (2a1),
which is of order 1/ («/Z (ﬁ)) (for a1 = ay), similar to the result for the uncertainty

in photon number in a coherent state.

12.4 Two-Photon Coherent States or Squeezed States

In quantum mechanics, £ and p are noncommuting operators. One can draw a
phase-space diagram illustrating the relative uncertainty of these variables in a given
quantum state. For example, in the ground state of an oscillator, the uncertainty
diagram would be a circle centered at the origin. One can construct an analogous
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(b) a, 3, %
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Figure 12.1. Representation of the uncertainties in the quadrature components of the field:
(a) vacuum state (b) two-photon coherent state (c) squeezed state.

diagram for the operators a; and a;. Since
Aa} + Aa3 =1/2 (12.92)

in a coherent state of the field, the uncertainty diagram in the a; —a, plane is a circle
of radius 1/+/2 centered at (a1, a»). For the vacuum state, the circle is centered at
the origin, as shown in figure 12.1(a). For a coherent state, the uncertainties in ay
and a; are always equal, Aa; = Aa, = 1/2, and this is referred to as the standard
quantum limit (SQL).

Can we find new minimum uncertainty states where AayAa; = 1/4 but Aa; <
1/2 or Aay <« 1/22 If so, it would be possible to measure one of the operators
ay, ay with an uncertainty below that of a coherent state and to beat the SQL for
that operator (of course, the uncertainty of the other operator would be higher than
that for a coherent state). Such a state is referred to as a squeezed state [3-7]. In
the mid-1970s, squeezed states were being advertised as the future of reduced noise
measurements in quantum optics. Although there has been some progress along
these lines, it is probably safe to say that squeezed states of this nature have yet to
live up to their potential [8].

To look for operators that can have squeezed uncertainties, one can define new
operators obtained from a and a' by a canonical transformation,

b= pa+va, (12.93a)
b' = u*a’ +v*a, (12.93b)
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in which
[6,07] = |ul* = v* = 1. (12.94)

The canonical transformation can be written in terms of a unitary operator Uy as

b="ULaUj, . (12.95)
It is conventional to take

U =coshr , (12.96a)

v = ¢ sinh7, (12.96b)

where 7, 0 are real. The complex number
z=re" (12.97)
is referred to as a squeezing parameter. Since
b[UL(2)la)] = UL(z)ale) = a[UL(z)|e)], (12.98)
UL (z)|a) is an eigenket of b with eigenvalue a. We denote this eigenket as
|z, o) = UL(2)|ex), (12.99)
such that
blz,a) = alz, o). (12.100)

The state |z, «) is referred to as a fwo-photon coberent state (TPCS). This nomen-
clature is used since such states are generated from the vacuum by the operator a2,
as is shown in the following section.

We want to obtain the expectation values and variances of the operators a; and
a, in the state |z, ). To do so, we need the inverse transform of equation (12.93),
which is

a=ub—vb,

b b, (12.101)

Then, using equation (12.79), we find
a+al
<z7 a|a1 |Z, a) = (z» a' le» a)
w'b—vb" + ub" —v*b
2

(" = v + (n — v)e’]
(12.102)

= (2, o |z, ) =

N =

and

(z,alat|z, a) = %(z, al(w b+ ub" —vb" —v*b)(u*b+ub" —vb" —v*b)|z, a). (12.103)

To evaluate equation (12.103), it is easiest to use the commutator (12.94) to move
all the b’s to the right so that equation (12.100) and its adjoint can be used. In this
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manner, we obtain
(z.alailz.@) = (2 alar]z, @) + (Inl* — @'y — v+ [v]?)/4
= (z, alar]z. @) + | — v|*/4. (12.104)
In an analogous fashion, we find
(z, alar|z, &) = (2, alaz|z, @) + |u + v]? /4. (12.105)
From these results, it follows that
Aat = |u—v)*/4, Aa3 =|p+v*/4, (12.106a)
AaiAay = |p? —1v?|/4 = | cosh? 7 — sinh? 77| /4. (12.106Db)
The state |z, o) is not a minimum uncertainty state unless = 0. If = 0,
Aay=e )2, Aar=¢ /2, Aaihar = 1/4. (12.107)

Thus, for large 7, the variance of one of the quadrature operators can be well below
the SQL.
It is possible to generalize the discussion and define Hermitian operators
Aj = ajcos(0/2)+axsin(0/2), (12.108a)
Ay =azcos(0/2) —aysin(0/2). (12.108b)
For these operators, AA; = e /2 and AA; = ¢’ /2 in the state |z, a) with z = re'?,
such that the TPCS is always a minimum uncerainty state for these “rotated”
operators. Thus, it is always possible to “squeeze” one of the variances below the
SQL at the expense of the other.
The average value of the number operator in a TPCS is given by
(z.alitlz, @) = (2. ala’alz, @)
= (z, a|(ub" — v*b)(u*b — vb')|z, @)
= —w(@)’ + pPlaf® + vP(al® +1) = viute® . (12.109)
If « =0, then
(z,0]#|z, 0) = |v|* = sinh® 7. (12.110)

The state |z, 0) is referred to as a squeezed vacuum state, although it is 7ot a vacuum
state of the field.

12.4.1 Calculation of U,(z)

We can calculate Ur(z) following a procedure that is similar to the one we used to
arrive at the displacement operator. From equations (12.93a) and (12.95), we have

b=UL(z)aU}(z) = ua + va' . (12.111)

Assume that the magnitude of the squeezing parameter » < 1, corresponding to an
infinitesimal transformation with u ~ cosh7 &~ 1 and v = ¢/ sinhr ~ re'?. Setting
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e =re'?, with |e| < 1, we can expand

Uple,e*) =14 €A+ €*B, (12.112a)
Uj(e,e)=1—€A—¢€*B. (12.112b)
To order ¢, equation (12.111) becomes
(1+€A+€e*Bla(l —eA—¢*B)=a+ea’, (12.113)
which implies that
[A,al=4a", [B,a]=0. (12.114)

As a consequence, we can conclude that
A=—(a"?)2 (12.115)

and that B is a function of a only.
Using the equation adjoint to equation (12.111) and following a similar proce-
dure, we obtain

B =d2)2. (12.116)
By combining equations (12.112a), (12.115), and (12.116), we arrive at
2 2
Uple, ") =1 — e("z) + e*%. (12.117)

As in the case of the displacement operator, we can generalize this result to a finite
transformation. The resulting squeeze operator is
UL(Z) — e[fz(a‘\-)erz*gZ]/Z — U]i(_z), (12.118)
where z = re'?.
We can now understand the origin of the nomenclature TPCS. Suppose that there
is an effective Hamiltonian for the field given by

H=c(a")? +cla’. (12.119)

The state evolution operator e~ Ht/%
(12.118), with z = icy#/h. Since

associated with this Hamiltonian is of the form

|z, &) = UL(2)|a), (12.120)

this form of Up(z) implies that if the field is prepared in a coherent state, a
Hamiltonian involving two-photon operators, a2, (a")?, can lead to a TPCS.
Although they exhibit squeezing, the TPCS

1z, ) = UL()|e) = UL(z)D(a)|0) (12.121)

is usually not referred to per se as a squeezed state. As shown in equation (12.121)
and represented in figure 12.1(b), a TPCS is generated via a translation of the
vacuum state and a “squeezing” of this translated state. It can be shown using
properties of Uy (z) and D(«) that

la, 2) = |z, ') = D()Ur(2)]0) (12.122)
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is also a two-photon coherent state, provided that

o = acoshr + o* sinhre’® (12.123)
and z =re'’.

The nomenclature squeezed state is usually reserved for the state |o, z), which
results from a “squeezing” of the vacuum state, followed by a translation of the
resultant state; see figure 12.1(c). For the vacuum (@ = 0), the TPCS and squeezed
states are identical. The average value of the number operator in the squeezed
state (12.122) is

(. 2ltler, 2) = {0|U} (2)D" ()’ aD(er) UL(2)]0)
= (0|U} (2)D"(@)a"D()D" (@)aD(e) UL (2)|0)

= (01U (2)(@" + a*)(a + &) UL(2)|0)

=(z,0ld'a+a'a + a*a + |a|*|z, 0)

= sinh®7 + |a|?, (12.124)
where equation (12.110) and the fact that (2, 0la|z, 0) = (z, 0]a’|z, 0) = 0 have been
used. One can also show that

(An?) = |a coshr — a*sinhre’®|? + 2 sinh? 7 cosh” 7 (12.125)
for these states. Moreover, for the quadrature operators, we find
(o, zlat]a, 2) = ay, (12.126a)
(o, Zlazle, 2) = a2, (12.126b)
1
Aa? = Z|,L—u|2, (12.126¢)
1
Aa} = Z|M+v|2. (12.126d)

Thus, the variances in a1 and a, are the same as for a TPCS. We show in chapter 14
how it is possible to use squeezed states to reduce quantum noise in measurements.

12.5 Phase Operator

Measuring the in-phase and out-of-phase components of a classical monochromatic
field is equivalent to measuring the amplitude and phase of the field. However, since
the operators a; and a, do not commute, they cannot be measured simultaneously
for a quantized state of the field. One might ask, therefore, whether it is possible to
construct operators for the amplitude and phase of the field. The simple answer to
this question is “no,” since one cannot define measurable Hermitian operators that
correspond to these quantities. Instead of measuring the amplitude of the field, one
is often content to measure the field intensity. For the phase operator, it is probably
best to follow Mandel and Wolf and use operational definitions of operators that
correspond to the sine and cosine of the phase difference between two fields [9]. In
other words, one relates the measured field intensities in a given experiment to these
phase operators.

The definition of a phase operator for the quantized field is not unique and
remains a topic of current research [10]. It is possible to define an Hermitian phase
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operator following the suggestion of Pegg and Barnett [11], but it does not appear
that this operator corresponds to a physical observable. Alternatively, one can use
non-Hermitian operators that still correspond, for the most part, to what one would
expect from a phase operator. In what follows, we use the Susskind and Glogower
definition of phase operators [12], also discussed in the texts of Loudon [13] and
Mandel and Wolf [14].

Since the operator a in equation (12.74) has the appearance of a complex state
amplitude, it is not unreasonable to write a = Aem), where A and em)
are amplitude and phase operators, respectively. The Susskind and Glogower phase
operators have this general structure and are defined via

—

a = ~n+ lexp(i¢), (12.127a)
a" = exp(—ig)VA+ 1. (12.127b)
With this definition, the phase operators can be written in functional form as
explig) = (A +1)"1a, (12.128a)
exp(—i¢) = a'(i +1)71/2. (12.128b)
It then follows that
exp(—i¢) = [explig)]’ (12.129)
and
explig) exp(—ig) = (4 + 1)"V2aat (i + 1)71/2 = 1, (12.130)
but

exp(—ig) explig) =a'(ii+1)7a # 1.
The fact that this product of operators is not equal to unity is shown easily by taking
its expectation value in the vacuum state of the field. Suppose that we had defined
the phase operator as ¢/?. Since the operator exp(i¢) is not unitary, ¢ would not

be Hermitian with this definition. To arrive at Hermitian operators, we can define
cosine and sine phase operators by

cosp = %[e@) +exp(—ig)], (12.131a)
sing = 21 [exp(ig) — exp(—i¢)] (12.131b)

2i
and hope that they correspond to a physical observable. The matrix elements of the
phase operator between number states are given by

(n — 1|cos g|n) = (nlcos gln — 1) = % for n#0, (12.132)
(7 — 1[sind|n) = — (n|sin |n — 1) :2%’ for n#0, (12.133)

(1/cos ¢|0) = % (1]sin $|0) = —%. (12.134)
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All other matrix elements vanish. We also find

(n|cos ln) = (n|sin |n) = 0, (12.135a)
(n]cos pln) = (n[sin2 pn) = % for n %0, (12.135b)
(nlcos? gln) = (n]sin p|n) = % for n=0. (12.135¢)

Other properties of the phase operators are left to the problems.
We would like to think of a number state as one for which the phase is random.
The expectation values given in equations (12.135a) and (12.135b) are consistent

with this idea. The fact that the average value of cos? ¢ or sin® ¢ equals 1/4 in the
vacuum state is somewhat troubling and throws into doubt the reliability of these
operators.

For a coherent state with « = |a|e’?, one would expect to find (CGS\(ﬁ)a A cos 6
and a minimum value of AnA (cos¢@). In other words, a coherent state is one in
which both the amplitude and phase of the field are fairly well-defined. Calculations
of these expectation values are left to the problems.

12.6 Summary

We have given a brief introduction to properties of the free, quantized radiation
field. Various possible states of the field were discussed, including number states,
coherent states, and squeezed states. Methods for generating such states is still an
active research area. Generally speaking, one generates number states in a cavity by
passing an excited-state atom through the cavity and verifying that the atom left the
cavity in its ground state, transferring one photon to the cavity field [15]. Coherent
states can be generated from classical current sources, as is discussed in chapter 15.
Moreover, the output of laser resonators, while not a coherent state of the field,
closely resembles one. Squeezed states are generated in two-photon processes, such
as those encountered in parametric down conversion of a single “source” photon
into a “signal” and “idler” photon, four-wave mixing, and resonance fluorescence.
The quantum properties of the field are invariably linked to the quantum properties
of the oscillating charges that produce the fields. We now proceed to discuss and
compare coherence properties of classical and quantized fields.

12.7 Appendix: Field Quantization

In this appendix, we indicate a possible path for field quantization, following the
approach given in reference [1]. In the presence of charge density p and current
density J, Maxwell’s equations are

V-E = p/ey, (12.136a)
V xE = —ﬁ, (12.136b)
ot
oE
V xB = uo (J+8081f) , (12.136¢)

V.B =0, (12.136d)



THE QUANTIZED, FREE RADIATION FIELD = 301

and the Lorentz force on a charge g, having mass m, located at position R, is

myRy = gy (E+ vy X B), (12.137)

where v, =R,,.
The equation of continuity is

ap _
§+V.J_O, (12.138)
where
p= anS[R—Ra(t)], (12.139)
J= Z%Va(t)S [R —Rq(2)], (12.140)

and the sum is over all charges. The Hamiltonian or total energy for the system of
charges and fields is

1 €
H:szzmav§+20/d3R (E* + ’B?), (12.141)
while the total momentum is

P:Zmava+eo/d3RExB. (12.142)

The electric E and magnetic B field are related to the vector potential A and scalar
potential ¢ by

B=V xA, (12.143a)
A
E = —aa—t — Vo. (12.143Db)
Substituting equation (12.143) into Maxwell equations, we obtain
0(V-A
Vi = —% — p/eo, (12.144a)
192 193¢
—— =V )A=p]J-V(VA+ 5. 12.144b
<62 ot > ol < + c? 8t> ( )

The electric and magnetic fields, equation (12.143), are invariant with respect to the
gauge transformation

A A-VE, (12.145a)
9B
o>+ (12.145b)

where the gauge function E is an arbitrary function of position and time.
One can impose various conditions on A and ¢. In Lorentz gauge, we choose E
such that
19¢

VA+-——=0. (12.146)
c ot
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This condition simplifies the field equations, equation (12.144), which become

Lo = p/eo,
DA = o],
where
2
In Coulomb gauge, we choose
V-A=0,

so that equations (12.144) become
V2¢ = —p/eo,
Lo

1
OA = —V—.
pol + cr ot

12.7.1 Reciprocal Space

It proves convenient to introduce reciprocal space in which

1 , s
E(k, t) = PG / d’RE(R, t)e ¥R =E.

It is easy to see that
E(—k, t) = E*(k, 7).

In reciprocal space, Maxwell equations become

ik -E = p/eo,

ik -B =0,

ikxfi:—@,
Jat

~ 1 0E ~
kxB=—— ,
ik x Sy + 1o)

where

7 _ 7T _ 1 3 —ik-R
F= ki) = 5 /d RF(R, e *R.

The equation of continuity is
— +ik-J=0,
at * J

and the scalar and vector potentials are described via

B =ik x A,

(12.147a)
(12.147b)

(12.148)

(12.149)

(12.150a)
(12.150b)

(12.151)

(12.152)

(12.153a)
(12.153b)

(12.153c¢)

(12.153d)

(12.154)

(12.1595)

(12.156)

(12.157)
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Gauge transformations are defined by

A — A +ikE, (12.158a)
- - dE
¢ — ¢ — —, (12.158b)
ot
leading to the equations
1 - - - - 193¢
A+ KA = poJ - ik z'k~A+——¢5 , (12.159a)
c2 c2 ot
i 9A
K’¢ = p/eo + ik-g. (12.159b)
The Lorentz gauge condition is
o< 109
k-A+—=—=0, 12.160
! + c2 ot ( )

k-A=0. (12.161)

12.7.2 Longitudinal and Transverse Vector Fields

It is always possible to write a vector field F as
F=F; +Fr,
where
VxF.=0; V-Fr=0. (12.162)

In reciprocal space, the corresponding equations are

F=Fr+F;
and
ik xFp =0, ik-Fr=0, (12.163)
where
FL=r(c-F), (Fr)i=> <3M — k/"ﬁ") (F);, (12.164)
j
with
K =k/|k|. (12.165)

Taking a Fourier transform of the transverse field and using the convolution
theorem, we obtain

(Fr)i = Z/d3R’8§(R—R’) [F(R’)]/., (12.166)
j
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where

1 ik kik; 3?1

is a transverse Dirac delta function. Although this decomposition is not relativisti-
cally invariant, it is still useful for quantization.

12.7.3 Transverse Electromagnetic Field

Since V - B = 0, the magnetic field is purely transverse
B, =0, B=Br. (12.168)

In decomposing the electric field, one associates the longitudinal component of the
field with the free charges,

1

R - R’ 1 R-R
E;(R) = d*Rp(R', ¢t ~ —— 12.169
LR) 47teo/ PR R 4;150;(1 R_R, )
which, in reciprocal space, is
E, =k -E)=—i—L k. (12.170)

éokz
In terms of the scalar and vector potentials, the electric field components are

AT

i
T ot

: (12.171)

0A
EL=——L—Vg, (12.172)
at
since V¢ is purely longitudinal.
From this point onward, it will be convenient to work in Coulomb gauge,
V-A = 0. In Coulomb gauge, A = Ar is purely transverse, and

E. = —V¢, (12.173)

1 PR’ 1) 1 9o
R, t)= — [ &R’ ~ ) 12.174
SR, ) 4reg / IR—=R’| 4meg Z IR — R,| ( )

o

In terms of these quantities, Maxwell equations become

V.E; = p/eo, (12.175a)
oB

V xEr = TS (12.175b)

V-B=0, (12.175¢)

19 1
VxB=—=5—(EL+Er)+—Jr+Jr) (12.175d)
c- ot €oC
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ik -Ep = p/eo, (12.176a)
- aB
ik x Er = — (12.176b)
B, =0, (12.176c)
- 10Er 1
kxB= —J, 12.176d
1K X Cz 8t € CZJT ( )
and the energy is
Hyiq = Hp + Hr, (12.177)
where
1 3LE. 12 1 3 2
Hy = Je | &REL = Seo [ dRELI = Veour, (12.178)
and
1 3 o2 2R 2 1 3 2 2 2
Hr =S [ dk <|ET| + 2B ) =& [ PR(ErP +BP).  (12.179)

[The longitudinal part of equation (12.175d) simply reproduces the equation of
continuity.] The total energy of the charges plus fields is

1 .
Hor = E%ZmaRh Ve + Hr, (12.180)
where the Coulomb potential for an ensemble of point charges is given by
1 9=qp
Ve = , 12.181
= 8re a%a IR, — Ry ( )

neglecting the self-energy of each charge.
Similarly, for the momentum,

PL:eo/d3RELxB:eo/d3kE’2xl§. (12.182)
Taking into account equation (12.156) and equation (12.170), we obtain
P, = /d3RpA = a.AR,), (12.183)
PT=eo/d3RET x B, (12.184)
Pt = Y muRa + quA(R,) + Pr, (12.185)

Hy = sz 4uAR,)* + Ve + Hr. (12.186)
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We now define
alk,t) = ——— (ET—CK XB) (12.187)

and
Bk, t) = b (E + ck x B) = —a*(—k, 1) (12.188)
) - ZN(k) T CcK - o ’ s .
where N(k) is a normalization factor that will be fixed at a later time. Using
equations (12.187) and (12.188), we find

Br = iN(K) [a(k, ) — a*(—k, )], (12.189)
B= éN(k) [ x a(k, ) + & x a*(—k, 7)], (12.190)
oa(k,t) . B i =

where w = ck.
Including two polarizations €| for each k, we write

alk, ) = ek, 1), (12.192)
€K
dae(k, t) . B i ~
If we introduce
a = alk, 1),
o = a(—k. 1), (12.194)

then the transverse field energy can be written as
1
Hr = EEO/CPk (IE7]* + ¢*BJ?)
= e [ RN -0 + o) )]

= €0 Z/dasz(k) (a:kafk + Olgk()l:k) . (12.195)
€k

Even though everything is classical to this point, we now choose the normaliza-
tion constant in such a way that it leads to an energy of hw in each mode of the field
(you can think of % as some undefined constant)—that is, we set

o\ Y2 7/ 1\ 32
N(k)=<260> (27‘[) , (12.196)
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where L3 = V is the quantization volume in space. Then,

Ly’ 1 . .
Hr = <27r> /d3kz > he (of e, + g 0t ) (12.197)
€K
L ’ 3 1 * *
Pr={5- Ik 51k (o} e, + 0, (12.198)
€K
Er=i / Bk E,(ag e — of e ), (12.199)
€K
B=i / kD By (e x ee™® — o} ke x e R); (12.200)
€K
A=i / Pk Aylaqee™® + ol ee™™N), (12.201)
€K
where
E,=/=—=——= B,=—2, =2, 12.202
2¢€0(2m)3 c 1) ( )

We can go over to discrete variables by using the prescription (12.25) with k;
defined by equations (12.1) and, (12.2). In this manner, we obtain

1 . )
HT:Zghwi (et +ajar) (12.203)
]
1 ) )
Pr=>_Snkj(oje; +ae]), (12.204)
]
A=) Ajlajee ™t ajee™), (12.205)
i
Er=i) Ejajee® —atee ), (12.206)
j
B=i) Bjlajk;x € —atic; x eje ), (12.207)
i
where Aj =g and
hwj E; E.
Ei= 260{)’ Bj=—" A= aT,I rj =k;/lk;l. (12.208)
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The «j obey the equation of motion

i -

with
- 1 .
= — [ dRe7™iRe, J(R, ). 12.210
Ii=— [ AR (12.210)
12.7.4 Free Field
In the absence of sources, equation (12.209) becomes
& +imja; = 0. (12.211)
Therefore,
aj =a;(0)e ", (12.212a)
of = af(0)e " (12.212b)
Using equation (12.203), we then find
oH
L = hwja} = —ihd}, (12.213a)
80(/
1 0H 1 0 H;
L (12.213b)

ih 80{7 h aa}‘f

Therefore, ; and iha are canonical variables. Quantization of the free field is then

carried out using the prescription a; — a;, af — a;, with

lai.aj] = [a].a]] =0, [a;.a]] =6, (12.214)

In this manner, we arrive at equations (12.8) to (12.13) of the text. The same
quantization procedure in the presence of sources leads to the correct equations
of motion for both the charges and the fields.

Problems

1. Given the Hamiltonian H = ), (1/2)hw;(efa; + aje)), where «; satisfies
&; + iwjo; = 0, show that two sets of canonical variables are («; and ihe})
and [g; = (h/2wi)V*(a; + ) and p; = i(hw; /2)/*(a} — ;)]. Use these results
to write H in two distinct quantized forms.

2. Prove that [E.(R), By(R')] = —(ih/€9)d/dz[8(R —R’)]—that is, the fields do not
commute.

3. Evaluate (E(R, )) and (E(R, #)?) for a single-mode coherent state and a pure #
state, using the Heisenberg operators for the fields. Also calculate AE for these
states.
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. Prove that for the operators

Ay = ajcos(0/2) + aysin(0/2),
Ay = aycos (0/2) —ay sin(6/2),

AA =e /2, AA; = ¢ /2 in a single-mode TPCS.

. Derive equations (12.126).
. Prove that a' has no normalizable eigenstates.

—_— -~ e~

. Prove that [7, exp(i¢p)] = —exp(i¢); [#, exp(—ig)] = exp(—i¢); [7, cos(¢)] =

—

—isin ¢; [, sin ¢] = icos(¢), and that

expli)n) = (nff)mm — 1), exp(—ig)lm) = n+1).

. Prove that, in a single-mode coherent state with |a| > 1,

e

— 26
(cos2 p)y = cos? O — C40|ST|2,

(A (cos ) An) ~ %sin@ ~ %(sﬂ@),

(cgs\qﬁ)a = cosf (1 ! ) ,

where a = |a|e’’. In other words, show that both the intensity and phase are
fairly well-defined in a coherent state whose average energy is much greater
than hw. You will need to use the following asymptotic expansions:

i || > _e""'2 (1 1 )
= Vn+1n! e 8lal? )’

- ot > el ( 1 )
= (1-—),
— S+ D) (n+2n o 2]al?

valid for |a| > 1.

. Prove that
|n)(n] = 7> / d*a d?g e VP HEPI2 ()= Y (" BY"|a) (B
and
nle” 3\
|72) (] =/P(a>|a><a|d2a, with  P(a) = W <_81’> 8(r),

where o = |r|e’®. How can this operator be either diagonal or nondiagonal in
the « basis?
A two-photon coherent state (TPCS) is defined by

blz, B) = Blz. B),
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10.

11.

12.
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where
b= U(z)a[U(z)]" = acosh(r) +a’e’ sinh(r),
Ule) = el
and g = re'’.

In the text, it is shown that |z, 8) = U(z)|B), where |B) is now the normal
coherent state defined through a|g) = B|B), |B) = D(B)|0), D(B) = efa'~F"a,
and [D(B)]"aD(B) = a + B.

Using the facts that

D(B) D(e) = e =% D(a + ),

[UL(z)]"D(B)UL(z) = D(B).
where
B’ = Bcosh(r) + B*sinh(r)e'?,

prove that

za+p)=e P NDB) |z, a).
In other words, D(B) |z, «) is also a TPCS. In particular, show that
la, 2) = |z, &) = D(a)|z, 0) = D(a)UL(2)]0),
where
o' = a cosh(r) + a* sinh(r)e”.
For the states |z, ') defined in problem 10, prove that
An? = o> + 2 sinh?(r) cosh?(r), o’ = a cosh(r) — o* sinh(r)e'.

{Hint: Use of the relationship [D(«)]'faD(a¢) = a + « and the fact that
Ur(—z)aUr(z) = b = b(—z) = pa — va’ may save you some time.}

Calculate (E(R,)), (E(R,%)?), and AE for the single-mode states defined in
problem 10, using the Heisenberg operators for the fields. Compare the results
with those of problem 3.
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Coherence Properties of the Electric
Field

13.1 Coherence: Some General Concepts

Now that we have discussed quantized states of the radiation field, it is probably
a good time to consider ways in which it is possible to characterize optical fields.
The coherence properties of fields are discussed extensively in Mandel and Wolf [1].
Here, we adopt a simplified approach but still attempt to touch upon many of the
essential components needed to piece together a theory of coherence.

13.1.1 Time versus Ensemble Averages

The coherence properties of any time-dependent process, denoted here in some
generic fashion by the function f(¢), are often described in terms of a quantity F (¢, )

defined by
F(t.t) = (f(t) f(t+7)) / (F*(2). (13.1)

This type of definition of coherence is appealing, since it compares the function with
itself at different times; clearly, if the function f(¢) is constant, then F (¢, 7) = 1, and
the function is perfectly coherent according to this definition.

The confusion associated with equation (13.1) is hidden in the brackets {...).
Exactly what do these brackets mean? For the time being, let us restrict the
discussion to classical rather than quantum-mechanical systems. Most likely, you
have heard it told that a monkey typing at random would eventually produce all
the works of literature, given an infinite time. (Alas, if only we all had an infinite
amount of time.) On the other hand, you could also achieve the same result with
an infinite number of monkeys typing for a much shorter time. The two processes
illustrate the difference between a time average and an ensemble average. Often,
the ergodic theorem is invoked to guarantee the equivalence of both averages. If
a system has enough time to experience all possible random configurations of its
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components, there is no difference between a time and an ensemble average. For
finite times, and experiments are usually carried out over a finite time, there can
be a fundamental difference between time and ensemble averages. We illustrate this
concept by considering a simple physical system.

Imagine that a two-level atom, whose transition frequency is wy in the absence
of interactions, is placed in a bath of stationary perturber atoms located at random
positions in space. The net effect of each perturber atom is to alter the transition
frequency of the two-level atom by an amount that depends on its separation
from the atom (e.g., shifts resulting from van der Waals interactions). The atom is
prepared in a superposition of its ground and excited states at t = 0 and allowed to
radiate. To simplify matters, we neglect any effects of spontaneous decay—the atom
acts as an undamped oscillator. The question is, “What is the line width associated
with the oscillator?”

Since the perturber atoms are stationary, the only effect of the bath, in this limit,
is to change the transition frequency of the atom. It still radiates as an undamped
oscillator—in other words, the radiation is perfectly coherent with “zero” line width.
On the other hand, if we place a large number of these oscillators in the sample
and excite them all at # = 0, the situation is similar to the one we encountered
in free polarization decay—owing to the inhomogeneous broadening of the sample
(different atoms have their frequencies shifted by a different amount by the bath),
the coherent signal decays very rapidly, and the line width is the inhomogeneous
line width of the sample. In this instance, the difference between a time average for
a single atom and an ensemble average is dramatic. The research field of single-
molecule spectroscopy [2] depends critically on the fact that the response of a
single molecule is totally different from the response of an ensemble of such atoms
embedded in a host material.

The situation changes somewhat if we allow the bath atoms to move. Now if
we wait for a sufficiently long time, all possible bath configurations will have been
experienced by the (stationary) single two-level atom. In this case, a time average
taken over a sufficiently long time reproduces the same result as an ensemble average
of a large number of these atoms placed in the bath at random.

The output field of a laser cavity is another case in point. The laser field is close
to that of a coherent state with a fairly well-defined phase. But this phase must be
a global phase, since the laser starts from spontaneous emission. In other words,
if one turns on the laser at different times, the global phase of the output would
be different. An ensemble average over different realizations of the laser output
yields an average field amplitude at any time that vanishes, whereas the output field
amplitude for a laser can be considered almost as a classical field.

It should be clear from this discussion that the results of a given experiment must
be examined on a case-by-case basis to see what type of average enters. In most cases,
such as atoms in a vapor cell, one encounters ensemble rather than time averages;
however, if one is truly following a single realization of a stochastic process, such as
in single-molecule spectroscopy or the output of a laser cavity, it is a time average
that is needed.

The lesson to be learned here is that some care must be taken in evaluating the
(...)in equation (13.1). Even in quantum mechanics, where you might think that the
(...) refers to a quantum-mechanical average in the usual sense, the situation is not
so simple. The reason for this is that it is usually all but impossible to carry out the
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average over a complicated atom—bath system, and some types of approximations,
corresponding to ensemble averages, are often invoked. With this warning in mind,
let us now turn our attention to optical fields. We are interested in determining what
parameters are needed to characterize these fields.

13.1.2 Classical Fields

For monochromatic fields in vacuum, it is necessary to specify only the frequency
and amplitude of the field. One could also specify a phase, but this assignment is
equivalent to choosing a time origin. It is natural to think of a monochromatic field
as a coherent field, since its amplitude and phase are well-defined. But what happens
if the field consists of a sum of two monochromatic fields? Of course, we must now
specify not only the amplitude and frequency of each field, but also the relative phase
of the two fields. Is this superposition state of two fields coherent? The answer to
this question depends on whether we consider an ensemble or a time average. In this
case, as for any complex wave form, an ensemble average has no meaning, since we
are not considering fluctuations in the sources of the field. In this sense, the field is
still a coherent field, since it is totally deterministic. On the other hand, you will see
that the field is ot coherent, according to the standard definition (13.1), when the
brackets in that equation represent a time average.

The situation can change if we take into account any fluctuations in the sources
giving rise to the field. Imagine that the field is produced by an ensemble of
oscillators having the same natural frequency but random, constant phases. Since
the phases are constant, if one uses the time-averaged definition, the field radiated
by these oscillators would be purely coherent. That is, for a specific realization of the
phases, the output is perfectly coherent. If one takes an ensemble average, however,
corresponding to repeating the experiment many times with different sets of phases,
the coherence properties of the radiation field are altered. Examples are given in the
following section. For phases that are fluctuating functions of time, the time- and
ensemble-averaged results are identical for sufficiently long sampling times.

13.1.3 Quantized Fields

In some sense, the description of quantized fields is more straightforward than
classical fields. As in any quantum system, the state vector provides a complete
description of the system. However, the quantum state of a field that fluctuates
as a result of its interactions with its environment is an extremely complex entity.
The radiation field can become entangled with the environment owing to these
interactions. If we do not observe the environment, we are, in effect, tracing over
the environment states. In this limit, it is the reduced density matrix of the field that
provides a complete description of our knowledge of the field. Thus, in discussing
quantized fields, we concentrate on the density matrix or photon statistics (density
matrix elements of the field in the number representation) of the field. You will
see that there are properties of the quantized field that can distinguish it in an
unambiguous way from classical fields. You have already seen this for atomic states,
where negative values of the density matrix elements in the Wigner representation
are a signature of quantum effects.
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13.2 Classical Fields: Correlation Functions
13.2.1 First-Order Correlation Function
We limit our discussion to one polarization component of an electric field. For the
moment, we neglect the position dependence and look at the field as a function of

time at R = 0, setting E(R, #) = E(0, ¢). It is convenient to expand E(0, #) in terms of
positive and negative frequency components as

E0,%) =€ [E+(t) + E_(t)}, (13.2)
where € is the field polarization
1 °© - -
7/ dwE(w)e ", (13.3)
T J—o00
and E- = (E*)*. The separation into positive and negative frequency components

makes sense only for o > 0, but we can formally allow for negative values of w
by setting E(w) = 0 for @ < 0. The quantity E(w) is the Fourier transform of the
positive frequency component of the field.

The power spectrum of the field is proportional to the absolute square of this

quantity,
/ dt E+ za)t/ th —uut
—_— dr/ dtE~(t)E*(t + 7)€" . (13.4)
271
If we define
T2
h(t)=(E"()ET(t+ 1)) = hm —/ dtE-(t)ET(t + 1), (13.5)
T J_mp
then
- 5 T o0 .
(w)] :—/ dth(t)e'“" . (13.6)
21 ) o

Note that, at this point, h(t) represents a time average.
The power spectrum F(w) is defined as

o S
_/ ch(UIQ : /_Z'Z:L(tnz - reeEw 07
such that
Zn/ drgM(z)efor (13.8)
where
gW(r) = (E"(t)E*(t + 1)) 13.9)

(E(t)E™(2))
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is the degree of first-order temporal coberence or the first-order correlation function.
If ‘g(l)(r” = 1, the field is said to be first-order coberent. The power spectrum and
first-order correlation functions are Fourier transforms of one another.

From equation (13.5), it follows that

(E-(t)E*(t — 1)) = (E~(t + 1) E*(t)) = (E-())E* (¢ + 7))* . (13.10)
Using equations (13.9) and (13.10), we can show that
g1 =[] (13.11)
and
gVl <1. (13.12)

Moreover, from equation (13.11), we can derive

/ d‘L’g 1wr / drg‘” za)r / d‘[g 1wr

_ / de (g (2)] + g (x))er
—ZRe/ d‘l:g 2ot (13.13)

and
F(w) = lRe/ drgM(r)er. (13.14)
T 0

The first-order correlation function is a measure of the coherence of the field
amplitudes—in other words, it is proportional to (E~(¢)E* (¢ + t)). Clearly, if E~(¢)
and E*(t + t) are uncorrelated, then g/!)(r) ~ 0. One might think that g!!(co) ~ 0,
and this is generally the case. However, if E*(¢) is a periodic function of time (e.g., a
sum of a finite number of monochromatic fields, or an infinite train of pulses), then
g"(r) need not vanish as ¢ ~ 0. One can say that the correlation time t. of such
fields is infinite, even if the magnitude of the first-order correlation function is not
equal to unity. Let us look at some examples, in which we take T > 0.

Monochromatic field. A monochromatic field is characterized by

1 .
E*(t) = EEOB_’W. (13.15)
As a consequence, one finds from equations (13.9) and (13.14) that
gM(r)=e"", (13.16)
F(w) =68§w—wy). (13.17)

A monochromatic field is first-order coherent.
Two-and multifrequency fields. Now consider a field consisting of the sum of two
monochromatic fields,

E*(t) = = (Eqe " + Eye ). (13.18)

N\H
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You might think that this sum of monochromatic fields is first-order coherent, but

<E7(t)E+(t+‘L’)> B |E1|2 efiwlr + |E2|2 e*l'wzf

MW7) —
&= e Ei + B2

(13.19)

Clearly, g(l)(‘c)f # 1, even for equal field amplitudes. Although the field has no
fluctuations, we find that the field is not first-order coherent, according to the time-
averaged definition. On the other hand, since |g""(r)| does not tend to zero for t
greater than some correlation time t, the correlation time of this field is infinite.

If there is a continuous distribution of frequencies I(w) = ’E(a))|2, then equa-
tion (13.19) yields

Ry [dwl(w)e™ "
g(r) = Tdwli@) (13.20)
For example, if }E(w)’z is a Gaussian centered at w; with some characteristic
width Aw, the |g'"(7)| is Gaussian function of 72 having a width of order Aw™".
Inhomogeneous broadening leads to a decay of the first-order correlation function.
In this case, the time average is equivalent to an ensemble average over sources
having a distribution of frequencies.

Field produced by oscillators having the same frequency and constant random
phases. In this case,

1 . 1 .
E*(t) = 5 > Ege /o1t = EAEoefW, (13.21)
]

where A = 37, e'?i. Since the phases are time-independent, A is also time-
independent, and one finds that the first-order correlation function is equal to e 7“7,
implying that |g")(z)| = 1; the field is first-order coherent. Nevertheless, there is
a difference between time and ensemble averages in this case. There is no time
variation of A, implying that (A) = A if a time average is taken; on the other hand, an
ensemble average for random phases gives (A) = 0. Moreover, the average value of
the intensity (E~(2)E*(z)) = | AEy|? /4 if the average corresponds to a time average,
but if an ensemble average is taken,

N
(E-0E*0) =  IEoP < > ez‘<¢r—¢~>>

j.i'=1

1, e N
=Z|Eo| Za,/,=Z|EO| , (13.22)
joi'=

where N is the number of oscillators. Thus, although both averaging procedures
result in |g(1)(r)| = 1, they lead to values of (A) and <E’(t)E+(t)> that differ.

Field produced by oscillators having random phases that fluctuate in time (collision
model). We have already discussed a model in which collisions of a two-level atom
with perturber atoms produce phase changes in the atoms’ off-diagonal density
matrix elements. The phase changes occur “instantaneously” at random collision
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times. To model this process, we assume that E*(¢) is given by
1 o
=3 Z Ege~torttiop) (13.23)

where the sum is over the N two-level atoms in the sample.
To calculate the first-order correlation function (13.9), we need

<E_(t)E+(t+‘L')> |E0| Z fT/Z dtel®Lt p—ioL(t+7) p=idj(t) pid; (t+7) (13.24)
jii

This is a very complicated expression, since the phase jumps at each atom depend on
the specific collision history. To make some progress in evaluating this quantity, we
carry out an ensemble average and assume that (1) the phases of different atoms
are uncorrelated (e '#1Wei0riFt)y = ((ll#it+7)=¢i(0l)s. ... (2) the overall collision
process is stationary, that is, (e/l#/+7)=9;()) is independent of t; and (3) each
atom, on average, sees the same collision history. With these three assumptions,
equation (13.24) is transformed into

(E"(E*(t+7)) = %N|Eo|2e‘i‘“Lf G(x), (13.25)

where
G(r) = <ei[¢f(t+f>*¢/(t)]> — <ei[¢,(r)*¢,(0)])‘ (13.26)
The first-order correlation function (13.9) is given by
gV(r) = e G(x). (13.27)

To calculate G(t), we employ the method used in appendix B in chapter 3. We
assume that an impact approximation is valid, allowing us to calculate the change
in G(t) in a time interval dt that contains at most one collision, but contains the
entire collision (collision duration much less than the time between collisions). In
this manner, we find

(8G(1)) = (G(t + dr) — G(r)) = ([*®Y) —1]P(b, v) dT G(1))
~ — (T +iS)(G(r)) dt, (13.28)
where P(b, v) is the probability density per unit time for a collision having impact
parameter b and relative speed v,

r+iS= / vc/,(mdv/znbdbp(b, v)[1 = e, (13.29)

and W, (v) is the relative speed distribution. In going to the second line in
equation (13.28), we made a Markov approximation, assuming that each collision
is independent of all past collisions.

If equation (13.28) is converted to a differential equation, the solution is

G(t) = e T8, (13.30)
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which, when combined with equations (13.9) and (13.25), yields the correlation
function

g(l)(f) — e—i(wlﬁ-s)‘re—[‘r. (13.31)

As a result of collisions, the correlation function decays with a coberence time of
order '™ and coberence length of order ¢/ T'. Although we formulated this theory
in terms of collisions, it is applicable to any type of phase diffusion process. The
power spectrum associated with this exponential decay of the correlation function
is a Lorentzian, since

1 r

1 o0 .
F — —R d —i(lop+S-w)t ,—T't _ = .
(@) =2 e/o re ¢ 7 (@—w,—SP+12

(13.32)

The fluctuating phases lead to a broadening and a shift in the power spectrum.

13.2.2 Young's Fringes

One immediate application of the first-order correlation function is the interference
of two fields that start from a common source point and travel to a field point along
different paths. A Young’s interferometer, such as the one shown in figure 13.1, can
be used to illustrate this type of interference. A field passes through a pinhole that
acts as a spatial filter for the field and then through two pinholes in a screen on
its way to the observation plane. Other types of interferometers, such as the Mach-
Zehnder and Michelson interferometers, in which an incident plane wave is split
along two paths of unequal length and then recombined at a detector, are discussed
in sections 13.2.4 and 14.2. In this section, we are interested in determining how the
fringe contrast of an interferometer depends on the noise properties of the field.

As in chapter 11, we use a scalar theory of diffraction in which the polarization
properties of the field are neglected. Moreover, we assume (1) that the distances
between the screens shown in figure 13.1, as well as the distance from the second
screen to the observation plane, are much greater than a wavelength; (2) that the
aperture sizes are much greater than a wavelength (justifying the use of Kirchhoff-
Fresnel diffraction theory); and (3) that the scattering angles are much less than
unity. In these limits, the field following each circular aperture takes the form of
an outgoing spherical wave. The positive frequency component of the field at the
observation point R at time # is given by [3, 4]

b ikisy ikpsy
E*(R, 1) = ZL*G {ee"“’“““)EﬂRL f)+ S eTietth) EH(R, tﬁ]
Tl S1 S2
k 1 1
= % {<51> E*(Rl, h)+ (sz) E*(Rz, tz)} , (13.33)

where k) = wp/c, o is a constant having units of area (in effect, a quantity
proportional to the area of each pinhole), and

h=t—si/c, b=t—s/c (13.34)

The field has been expressed in terms of the field amplitudes at the positions of the
two diffracting apertures located at positions Ry and R;, taking into account the
propagation of the fields to the observation point.
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Young's fringes

Figure 13.1. Schematic representation of a Young’s interferometer. Incident radiation passes
through a pinhole and then a pair of pinholes on its way to a screen.

The field intensity at the observation point is

IR, 2) = (E"(R,t)E*(R, 1)) = w3 [ (Ry, 1) + 3 12(Ry, 1)

+2uiuy Re(E_(R1,t1)E+(R2, b)), (13.35)
where
I_,‘ = (E_(Ri,ti)E+(R/‘,t/)), (13.36a)
u; =ko/2ms;, (13.36D)
forj =1,2.
If we define
(E"(Ry, 1) ET(Ry, 1)) = GY(Ry, t13Ry, 1)
= |GD(Ry, t13Ry, 1) e/ Rr-niR222) (13.37)
then

IR, t) = uily + w515 + 2u1u:|GV(Ry, 513 Ry, 1) cos [¢(Ry, 23Ry, )] . (13.38)

As the observation point on the screen is varied, interference fringes can be observed,
since the phase ¢(Ry, #1;R,, ) depends on the difference in distance from each of
the apertures to the observation point. The fringe contrast is defined as

~i

max — Lmin _ 2u11| GV (Ry, 113Ry, 1)

_ _ 2 13.39
max + Lmin M%II +M%IZ ( )

é:

~i
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This expression can be recast in a suggestive form if the definition of the first-
order correlation function is generalized as

GY(Ry, t;R,, ¢ E-(Ry,t1)E*(Ry, ¢
VR, 115 Ry, 1) = ( 1 43Ry 2) _ (E7(Ry 12 _( 2 2))' (13.40)
vans 1,
In terms of gV(Ry, t1;R,, ), equation (13.39) becomes
f _ 2141142\/ Iljz

u%fl —l—u%I_z

lgV(Ry, ti;Ra, 1) (13.41)

The maximum fringe contrast occurs if [g"/(Ry, 3Ry, 1) = 1, that is, if the
fields are first-order coherent. In what follows, we assume that R; = R,, such that
Iy = I, = I, and also assume that #; &~ u; = u. As a consequence, the field
intensity (13.38) and fringe contrast (13.41) are given by

IR, 1) = 2ul {1+ g (Ri, t1;Ra, 12)| cos [$(Ry, 113 Ra, 1)1 } (13.42)
and
£ =1g" Ry, 3Ry, 1), (13.43)

respectively.
For coherent fields with

1 .
ET(R, 1) = EEoel<k'l‘—w>, (13.44)

(k is the field propagation vector before the first screen), the first-order correlation
function is

gW(Ry, t1;Ry, 1) = exp {i [k-(Ry — Ry) + k(s2 — s1)]}, (13.45)
where the fact that
th—t =(s1—s2)/c (13.46)
has been used. The field intensity (13.42) is
I(R,#) = 2ul {1+ cos[k-(Ry — Ry) + k(sy —s1)]}, (13.47)

and fringes are observed as (s, — s1) is varied. The fringe contrast (13.43) is unity.
Since the correlation length for a coherent field is infinite, the fringe contrast does
not change as (s, — s1) is varied (neglecting changes in the #;’s).

In the phase diffusion or collision model, it follows from equations (13.40) and
(13.31) that

gV Ry, 3Ry, 1) = exp {i [k-(Ry = Ry) + k(sy — s1) — St]} e "™, (13.48)
where T = |s; — s1| /c. In this case, the fringe contrast (13.43) is
g = e Tlemsil/e, (13.49)

Owing to the fact that the field is not first-order coherent, the fringes wash out
if Tlsp — s1|/c > 1 or |s3 — s1| > Acoh, Where Ao = ¢/ T is the coherence length.
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Thus, when phase noise is present in the fields, the difference in arm lengths of an
interferometer is limited by the coherence length of the source. For stabilized laser
fields, the coherence length can be on the order of kilometers or more.

13.2.3 Intensity Correlations—Second-Order Correlation Function

The first-order correlation function provides us with some information about the
statistical properties of the field, but as with any statistical distribution, higher
order moments are needed to fully characterize the distribution. We are content to
limit ourselves to the second-order correlation function, but note that higher order
correlation functions have been studied experimentally [5].

Our discussion of the second-order correlation function begins with the definition

I(t) = E-())E*(2). (13.50)

The quantity I(¢) is proportional to the field intensity measured at a detector. There
can be fluctuations in the field intensity, so it is appropriate to introduce the various

moments:
T= (), 2 = (I*t)), Al =/ 2 - I". (13.51)

As was the case for the field amplitudes, we can compare the field intensity at
different times. This leads to a definition of the second-order correlation function:

O(7) = (I@It+1) (E’(t)E’(t+r)E*(t—i—r)E*(t)). (13.52)

§ 2 (E~(t)E* (1))

The quantities E*(¢) are classical functions of time, but we write the expression in
a way that will allow us to make a connection with the analogous equation for
quantized fields. It is relatively easy to prove that g?)(¢) satisfies

g (=) = g%(x), (13.53a)
g?(0) =1, (13.53b)
g?(r) < g%(0). (13.53¢)
If
gP() =1, (13.54)

the field is said to be second-order coherent. Whereas the time-average definition
of gV(7) yields consistent results even for pulses of finite temporal extent, it leads
to g%(0) = oo and ill-defined values of g () for pulses of finite extent (see
problem 5).

The second-order correlation function is a measure of the coherence of the field
intensity—that is, it represents a comparison of the field intensity at two times
separated by t. Clearly, if I(t) and I(t 4+ t) are uncorrelated, then g (r) ~ 1. In
general, g'?(t) decays in a smooth fashion from its maximum value at T = 0 to
a value of unity for t > 7., unless I(¢) is a periodic function of time. As with the
first-order correlation function, a periodic field can have an infinite correlation time,
even if the field is not second-order coherent.
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Monochromatic field. With E*(¢) = 3 Ege~"!, I(t) = I = 3| Eol?, (I(t)I(t + 7)) =
L|Eo[*, and g®(r) = 1. A monochromatic field is second-order coherent.

Two- and multifrequency fields. The field amplitude is given by equation (13.18),
implying that

1 . :
1) = 3 [|Eil® + | Eof o+ Ey Ege™" @2 4 By Ejel(> =] (13.55)
T 1 2 2
I=4 (IE11* + |E2|?) (13.56)
-2 1
IOt +7) ="+ g |Ea* |Eaf? cos[(@r — 1) 7], (13.57)

and
2|E1)? | E2J* cos [(w2 — w1) T]

(2) _
golt)=1+ 5
(IE1|* + |E2?)

(13.58)

The field is not second-order coherent, but the correlation time is infinite, since
g% (r) does not tend to unity as t ~ oo. For equal field intensities, g?(r)
oscillates between values of 3/2 and 1/2. If there is a continuous distribution of
frequencies having characteristic width Aw, g'?)(t) decays in a smooth fashion from
its maximum value at 7 = 0 to a value of unity for > 7. ~ Aw™.

Field produced by oscillators having constant random phases. For the field amplitude
given in equation (13.21),

1 2 ~ i(pi—py
I(t)=1= 7 |E i;;e(f i, (13.59)

where N is the number of oscillators. Clearly, since there is no time dependence in
I, g? = 1, if we use the time-average definition for the correlation function.
On the other hand, if we use the ensemble-average definition, then

N
S ety —ddn)
@) _ ARk

k
N 2
< 5 ei<¢f¢,/>>
j.j'=1

which is also time-independent. The phases ¢; are random numbers between 0 and
27. As a consequence,

N N N
< Z ei(¢/¢f’)> — < Z e"(*”f“’”)f?/,w> = Z 1=N. (13.61)
j j=1

j.i'=1 j,7'=1

) (13.60)

The average of the sum in the numerator in equation (13.60) is nonvanish-
ing only if (j =kand j'=F) or (j =k and j' = k). We consider first the term
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with j =k=j/ =K,

N
<Z 1> = N. (13.62)
j

Next, we look at the terms with (j = k and j’ = k’). We can choose j in any of N
ways; however, once we choose j, there are only (N — 1) choices left for j’ since
we must exclude terms with j = j’. As a result, this contribution, as well as the
remaining contribution from terms with (j = £ and j' = k), is

N —1
2121 =N — (13.63)

: //_1

such that the numerator in equation (13.60) is given by

N
< > e"(¢f+¢f'¢k¢k')> = N+2(N* -~ N)=2N? — N, (13.64)
i, 7 kR =1
implying that
NP =N
g =0 (13.65)

The field is 7ot second-order coherent if one employs the ensemble-average
definition, with g ~ 2 for N > 1. For a single realization of the phases, the
output is that of a coherent source; however, the output averaged over ensembles
of oscillators having different sets of initial phases results in different statistical
properties of the field. One would expect the output of a laser cavity or a field that
has been sent through a narrow-band spectral filter, such as a Fabry-Pérot cavity, to
correspond to the time-average definition.

Field produced by oscillators having random phases that fluctuate in time (collision
model). The field amplitude is given by equation (13.23), from which one obtains

IEolz Z oilbi (=0t —NIEOIZ (13.66)
. '=1

and

(EZ(t)E~(t + T)E*(t + T)E* (1))

| Eol* N 0y )T = 0]
=2 Z eleit+ey k i . (13.67)

jo ik k=1

As in the case of constant phases, the sum is nonvanishing only if (; = kand j' = k)
or (j =k and j = k), and using the same method that we used to arrive at
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Figure 13.2. Second-order correlation function for the collision or phase diffusion model of
the field sources.

equation (13.64) and the fact that |(¢/(%/(1)=¢;(+7)}|2 is independent of j, we find
N
< Z ei[¢f(t)+¢/’(t+f)¢lz(t+f)¢k’(t)l>
.7 kR=1
= N+ N(N—1) 4+ N(N — 1)[(/l¢i0)=9it+0)y 2 (13.68)

As a consequence, the second-order correlation function is

g2(r) = (N+ N(N = 1)[1 + [0+ 2]}/ N
1 1 )
=N (1 - ) [1+1gM ()P, (13.69)

where the fact that | (/91047 = |g(1)(7)| [see equations (13.26) and (13.27)]
has been used. In the limit that N > 1 and with |g!"(7)] = ¢~ '", one finds that
g% (1) ~ 14 e2"" (see figure 13.2). Equation (13.53a) is used to extend the results
to negative t.

Often, the fact that the correlation function is a maximum at T =0 and falls off
with increasing T is associated with photon bunching, a process that is connected
with the fact that photons are bosons. Clearly, our discussion has made no mention
of the quantum properties of the field. The maximum in the second-order correlation
function at 7 =0 is simply a consequence of the fact that (I%(¢)) > (I(¢))*.

13.2.4 Hanbury Brown and Twiss Experiment

As in the case of the first-order correlation function, the definition of the second-
order correlation function associated with light at space-time points (Ry, #) and
(R2, ) can be generalized as

(E7(R1,#)E"(Ry, )E*(Ry, ) EY(Ry, 1))

OU(R,, 43Ry, 1) = 2
g7 (R, t1;Ra, 1) 5

, (13.70)



326 = CHAPTER 13

—)\))

‘ Correlator

Figure 13.3. Mach-Zehnder interferometer.

where I; is defined in equation (13.36a). In 1956, Hanbury Brown and Twiss
used a Mach-Zehnder-type interferometer (figure 13.3) to measure the second-order
correlation function of an optical field [6]. For an incident field intensity I, two
identical detectors, and a 50/50 beam splitter,

_ _ 1.
I =(L(R, 1)) =1, =(L(R, 1)) = 51- (13.71)

In their experiment, Hanbury Brown and Twiss measured the product of the
fluctuations at the two detectors,

([LR, 7)) = I1] [LR, ) — L]) = (LR, 0) LR, 1)) — 1],

1 -
= Z[<I(R, 1) I(R, 1)) — 12]

= ZT (g% (z) - 1], (13.72)
where T = As/c and As is the magnitude of the difference in path lengths for the
two arms of the interferometer. They found that there was a correlation for T = 0
that disappeared as As was increased.

The motivation of Hanbury Brown and Twiss to carry out this experiment was
based on a proposal they had for measuring stellar diameters with an interferometer
of this type. In the experiment, they actually measured the spatial rather than
temporal coherence of the source [7]. For separations of the detectors As > A/A6 (A
is the wave length, A6 is the angular diameter of the source), the correlation begins
to decay. They showed that their measurements on Sirius were consistent with an
angular diameter of 0.0063” for this star.

13.3 Quantized Fields: Density Matrix for the Field and
Photon Optics

In those cases where a quantized description of the radiation field is required, a
quantum-mechanical approach is needed to discuss statistical properties of the field.
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Just as for atomic states, we can define a density matrix for field states. That is, we
can write

Q= 0wnln)iml, (13.73)

in the 7 basis. Let us consider some possible quantized field states.

13.3.1 Coherent State

If the field is in a single-mode coherent state
Z 219 ), (13.74)

density matrix elements are given by
oo o
Qum = —==e ", (13.75)

and the density matrix is not diagonal in the number basis. Of course, we could
equally well express the density matrix as a diagonal matrix in the coherent-state
basis,

0 = |a)(al. (13.76)

Note that in the number-state basis,

Pp= O = ——e o (13.77)
n!
represents a Poisson distribution, with
o0
() =Y nP, = |af? (13.78)
and
o0
i) = Py = el + o). (13.79)
n=0
For a multimode coherent state,
0 =|ajay.. Majay .. .|, (13.80)

or, in the number-state basis,

*

"_Hl Z_ \/W

where N is the number of modes.

e 1y (my], (13.81)
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13.3.2 Thermal State

For a field in thermal equilibrium with some reservoir at temperature T,
e PH

= Ty (13.82)

e

where B8 = 1/(kgT), and kg is Boltzmann’s constant. For a single-mode free field,
H = hwra'a, and

(n]e="4 |m)
Qnm - Zz()j()(n'e_qa‘ra |ﬂ>

e M
- — _ 5,9 —ngq
=% Sum = (1 —e"1)e™ "5, 4, (13.83)
where
ha)L
=—=- 13.84
q ksT ( )

The density matrix of a thermal state is diagonal in the number-state basis and can
be written as

0=>_ Pun)nl, (13.85)
where
P,=(1—e9)e ™ (13.86)

is the probability for being in a state of 7 photons.
The average number of photons in the thermal state is

= ()= nPy=> n(l—e e =—(1- e—q)ddq D e

n

d 1 e 1

— (] —e9)— = . 13.87
( ¢ )dql—e*q 1—e ( )

Therefore,
1= L 13.88
¢ 147 (13.88)
1—-e7= ! (13.89)

S ’
and

1 - n
Py = O = < " > . (13.90)
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For a multimode thermal field,

Q= <Z Py, |m) n1|> (Z Py, |m2) nz|> (Z Pnkmk)(nu)

= > Imm. Y mm. |HPnk (13.91)

nmmny...ng

13.3.3 P(x) Distribution

Sometimes, it is convenient to expand the field density matrix in the coherent-state
basis rather than the number-state basis. The density matrix can be expanded in
terms of coherent states as

0= /<a|a|ﬁ>la><ﬁ|d2ad2ﬂ, (13.92)

where d?>a = d Re () d Im (). Since the |o) are overcomplete, this expansion is not
unique. On the other hand, owing to this property, it may be possible to find a
diagonal representation in which

e=/P(a’)|a’><a/|d2a’, (13.93)

where P(a’) = P(«’, &™). The distribution P(«) is not necessarily positive definite; in
general, it cannot be interpreted as the probability of being in state «. The usefulness
of this representation is that it becomes trivial to calculate the expectation value of
any operator that can be written in “normal” order with all a’s to right and a™’s to

left.
As a first step to obtain P(«a), we write

ola) = (alola) = /dzoc'P( (o' |a)? /dzo/P el (13.94)

where g is the density matrix in some arbitrary representation, and equation (12.57)
was used. The problem is to find P (), given g and («|e|a). With the substitutions

- quip, (13.95a)
o = q/jzipl, (13.95b)
we can rewrite equation (13.94) as the integral equation
olg. p) = [ dgdp'Pg’ pIK(G— a0~ p). (13.96)
where the kernel K(q, p) is given by
K(g. p) = 1e el (13.97)

Since the kernel of this integral equation is a function of (g —¢’) and (p — p’) only,
it can be solved by integral transform techniques. Taking Fourier transforms of each
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side, we obtain a solution

6(x, k) = 2n K(x, k) P(x, k), (13.98)
where the Fourier transforms are defined by
~ 1 .
A(x, k) = > / ¢ =) A(q, p)dgdp . (13.99)
T
Since the Fourier transform of the Gaussian function is also a Gaussian, we find
o(x, k) = e 2RI Px k), (13.100)
or
~ 1
Plx, k) = —e2 @5 (x, k). (13.101)
i

We can get P(a,a*) by taking the inverse transform, if it exists [8]. Using this
method, we can show that, for a thermal state,

1 w2
Pla,a*) = —e % . (13.102)

13.3.4 Correlation Functions for the Field

We are now in a position to calculate the correlation functions analogous to those
calculated for classical fields. It is convenient to use the Heisenberg representation
for operators.

13.3.4.1 First-order correlation function
The first-order correlation function is defined by

(E{ Ey)

gVRy, 1Ry 1) = : (13.103)
(Ef Ef)(E; E)
where (A) = Tr (0 A), and
Ef = E*(Ry, 1), E; =E*Ry, 1) (13.104)

13.3.4.1.1 Single-mode field: For a single-mode field having frequency w; and
propagation vector k, the positive frequency component of the field operator is

E* (R, t) =iv/Ce"®Yg, (13.105)
where
ocR,t)=k-R—wt (13.106)
and

C = liwL/(2€0V). (13.107)
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It follows that

(Ey Ef) = CTr (ea'a) = C>_nom (13.108)
and
(Ey Ef) = Ce'™'Tr (ea’a) = Ce'™ Y~ noum. (13.109)
where
021 =k‘(R2—R1)—a)L(t2—t1). (13110)
From the definition (13.103), we then find
gV (Ry, t1;Ry, b) = &2, (13.111)
Ig" (R, 3Ry, )| = 1, (13.112)
and
gM(r) =g" Ry, ti;Ry, 1 + 1) = 7T (13.113)

Any single-mode field is first-order coherent since only a single frequency is present.
That is, even a thermal single-mode field does not correspond to a field whose phases
fluctuate in time. It is closer to a filtered field or a field produced by oscillators with
constant random phases.

13.3.4.1.2 Multimode fields: In all cases, we take the modes to have the same
polarization and to propagate in the Z direction.

13.3.4.1.2.1 Two-Photon State: The state vector is denoted by |¥) = |11), a single
photon in each of two modes. The positive frequency component of the two-mode

field is

ET(Z,t) = i\/Cia1€"7"%Y 4 i\/Crare' ™%V, (13.114)
where
0 (Z,t)=kiZ—wit, C;=hw;/(2&)V) (13.115)
( = 1, 2). Reminiscent of equations (13.108) and (13.109), we find
(ETE[) =Ci+ G (13.116)
and
(E{ Ef) = Cre ™" 4 Cre™'7, (13.117)

witht =8 — ) — (4, — Z;)/c. Therefore,
Cl€7iw1r + C1€7iwzr
C+G '

As was the case for a superposition of two classical monochromatic fields, the
total field is not first-order coherent. In the quantum case considered, however,

g(e) = g (o) # 1. (13.118)
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the reason that |g!!(t)| # 1 is different than in the classical case. In the classical
case, the fact that |[g(!)(7)| # 1 is a consequence of the definition of g!!)(r) in terms
of a time average. In the quantum case, g'!)(z) is defined in terms of a quantum-
mechanical average, not a time average. The fact that [g'!)(r)| # 1 in the quantum
case can be traced to a state of the field in which the two modes are in pure number
states, such that the relative phase of the two field modes is not well-defined, e.g.,
(11]aja|11) = 0.

13.3.4.1.2.2 Multimode coherent state: The positive frequency component of the
field is
+ _ ~ioi(Z1)
(Z.t)=i»_ +/Cja;e*", (13.119)
j

and the state vector for the field is
W) = [{ar}) = 1oz .. .). (13.120)

we find that

(ETEf) = Z,/Cce’[% —orWlata;) = | A, (13.121)

where

= Zma/eigf(l), (13.122)
j

and
(1) = k; Zy — wjt, (13.123)

having used the fact that (a;,a j) = ajaj. Moreover, it is a simple matter to show
that

(ETES) = A} Ay, (13.124)
and therefore,
A Ay
§ ( |A1 A2| ’g ( )| ( )

and the field is first-order coherent. This result differs from that for a classical
multifrequency field. As noted earlier, the difference can be traced to the time
average taken in the classical case. In the quantum case, we are taking an ensemble
average. Note that (E Ef) = |A|*> is a function of time for a multifrequency
quantized field.

13.3.4.1.2.3 Multimode thermal state: The density matrix for a multimode thermal
state is

Z |n1, ma, .. Y, ma, ... |HPn,< (13.126)

ny,ny,.
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where
(7)™
P = 13.12
(k) (1 & ) (13.127)
The average field intensity (E; Ef) = Tr (@ E{ E;) can be calculated as
(EfEf) = > (m,m, .. |HP )/ C; Cjrelloit=op (]
ny,ny,.
xaj,a,-ml, n,...), (13.128)

where o(1) is defined by equation (13.123). The terms in equation (13.128)
contribute only if j = j'; therefore,

(ETEf) = Z HPnk ch,

ny,n,.

= Z P(n)P L (Cimp+Cng +--4)

ny,ny,.

_ ZC,-h/. (13.129)
j

In a similar manner, we obtain

(E{Ef) = ZCne”’ —oi(l (13.130)

such that the first-order correlation function is

Z/ C,’fl/e_iwfr Zja),'fll‘e_iwfr
> Cinj iy

g(r) = (13.131)

wheret =t —t) — (4 — Z4y)/c.
In essence, wj#;, properly normalized, gives the frequency distribution of the
modes. For example, if we set

e TN (13.132)

in which N(®) is a slowly varying normalization factor that can be evaluated at

w = wp, treat ®; — w as a continuous variable, and replace 3, = 27 L/c [ dw for
our one-dimensional modes, we obtain (for T > 0)

gW(r)=erre ", (13.133)

in agreement with the classical phase diffusion or collision model in which the shift
S is neglected.
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13.3.4.2 Second-order correlation function

In analogy with the classical second-order correlation function (13.52), we define
g for quantized fields as
(Ey Ey E; EY)

@Ry, 3Ry, 1) = .
g7 Ry, t1;Ry, 1) (E, E (E, EJ)

(13.134)

Since Ey E; E5 Ef = (Ef Efr)T ES Ef, and since E* is a superposition of destruction
operators, the second-order correlation function is related to the joint probability of
destroying a photon at position Ry at time #; and destroying a photon at position
R, at time . In contrast to the result for classical fields, it is possible to have
g% (R, t;R, 1) < 1. If this is the case, one has a clear signature of the quantized
nature of the field.

13.3.4.2.1 Single-mode field: For a single-mode field,
(EyEf) = C_ nom = Ci (13.135)
and
(E{E; ESEJ) = C*a'a'aa) = C*(a’aa’a — a’a) = C? (ﬁ— h) , (13.136)

implying that

g = (13.137)
is independent of 7.

13.3.4.2.1.1 Number state: For a number state of the field |y) = |n),

) = (n)* =n? (13.138)
and
1
g =1-=-<1. (13.139)
n
A pure number state has no classical analogue since g < 1. If n = 1, g? = 0,

reflecting the fact that if we destroy (measure) a photon and there is only one photon
present, we cannot destroy (measure) a second photon.

13.3.4.2.1.2 Coherent state: For a coherent state of the field |v) = |a),
= lal?, (13.140)
() = lo|* + |af?, (13.141)
and
g =1, (13.142)

The coherent state is second-order coherent. This is not surprising, since the coherent
states were constructed in a fashion so that they would be 7n-order coherent.
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13.3.4.2.1.3 Thermal state: For a thermal state of the field with ¢ = Y, P (n)|n) (n|
and
1_171
P,=—7, 13.14
TR (13.143)
we find
= 2x" 13.144
A nass
where
x=n/(1+n). (13.145)
To evaluate the sum, we note that
2 2 2
1= ) x x
(nln = 1)) = () = () = 1+nafx2Z T 1tadd1—x
e =2x*(1+n)? = 2i? (13.146)
(14l -x)P3 T '
Therefore,
) =2 + 1, g¥ =2, (13.147)

A thermal state corresponds to the ensemble-averaged result of a field produced
by oscillators having constant random phases. This is a reasonable result, since the
relative phases of the various 7 states in a thermal state are completely uncertain.

13.3.4.2.1.4 Two-photon coherent state: We know that a TPCS represents a
quantized state of the field since it is created from the vacuum by the operator a2,
which has no classical analogue. For the squeezed state |, z) = |z,a’), it follows
from equations (13.137), (12.124), and (12.125) that

2s* + 252 a)? + o — c.se"9|2
(s2+ |oz|2)2

where s = sinh7, ¢ = cosh. For the TPCS |z, «), the result for g® is obtained most
easily by substituting the inverse of equation (12.123)—namely,

2) = (13.148)

8

o =ca —sela”, (13.149)

into equation (13.148). In general, g¥ can be greater or less than unity, depending
on the values of «, 7, and 6. For a squeezed vacuum (« = 0), g? > 1.

13.3.4.2.2 Multimode fields: In all cases, we take the modes to have the same
polarization and to propagate in the Z direction. We state the results and leave details
of the calculations to the problems.

13.3.4.2.2.1 Multimode coherent state:
g?(r)=1. (13.150)
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13.3.4.2.2.2 Multimode thermal state:
() =1+ 1gM()*. (13.151)

This is the same result as for the classical case of a field produced by N oscillators
having random, fluctuating phases, if the limit N — oo is taken.

13.4 Summary

In this chapter, we presented an elementary treatment of the coherence properties
of classical and quantized radiation fields. The difference between a time average
and ensemble average was discussed in some detail, along with several examples
illustrating how these two averages can lead to different results. First-order and
second-order correlation functions were defined for classical and quantized fields,
and these functions were evaluated for a variety of field states. Two types of
interferometers were described that could be used to measure these correlation
functions. In the next chapter, we explore the theory of interferometric detection
in more detail and show how the use of squeezed states can reduce quantum noise
to below the standard quantum limit. To prepare the grounds for that discussion,
an elementary introduction to photodetection is also presented.

Problems

1. Prove that |gV(z)| < 1.

2. Consider the quantity S(N) = |A(N, #)|*, where A(N,t) = 2?7:1 eiottid;
which is supposed to simulate the output field of a number of oscillators with
random phases ¢;. Calculate (A), (S), <SZ>, and AS? = <SZ> —(S)2.

3. Consider the field intensity produced by an ensemble of 100 oscillators. That
is, evaluate

2
100

S = Zefiwl%iqb, ,

j=1

where the ¢; are random phases. Use a random number generator to choose
these phases, and evaluate S for three specific realizations of the random
phases. Then repeat the calculation a thousand times and take the average,
and see how close you get to the average value calculated in problem 1.

. Prove, for classical fields, that g (r) < g'*/(0) and that g?(0) > 1.

5. Calculate and graph g?(r) when

N

I(t)= ) ©@+01-n—-0(—-01-n).

n=—0o0

Why doesn’t g!?)() ~ 1 as t ~ co? Note that this intensity pattern corresponds
to a frequency comb.
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Now consider a pulse having positive frequency component

e—lel‘

—t2/2
77.'1/4

Et(t) =

Show that gV(z) can be calculated, but that g'?/(t) is ill-defined and that
§?(0) = oo.

. Calculate the fringe pattern in a Michelson interferometer as a function of the

difference in arm lengths assuming a chaotic source having coherence time z..
In order to be able to see fringes, what is the maximum arm length separation
for (a) light from a discharge lamp and (b) laser light? For visible light, what
is the maximum number of fringes that can be seen as the relative arm length
is varied?

. Calculate the fringe pattern for the interferometer of problem 6 when a sodium

discharge lamp containing the Na D1 and D2 lines is used to illuminate
the interferometer. Can the interferometer be used to measure the frequency
difference between the D1 and D2 lines? Explain.

. Derive equation (13.98).
. Use the method outlined in the text to obtain the diagonal coherent-state

representation for the thermal state having density matrix

0= (1+a) ' [a/(1+ )" |n) (nl,

n

that is, derive equation (13.102).

Prove that g (z) = 1 for a multimode coherent state |{o}).

Derive equation (13.151) for a quantized multimode thermal state.

Calculate g?(7) for the squeezed state |, z) = |z, a'), and show that g!%(0) is
greater than 1 for & = 0 but may be less than 1 for certain values of «.

To model the stellar interferometer of Hanbury Brown and Twiss, consider
two detectors located at Ry = —(d/2)i and Ry = (d/2)i that receive signals
from a star whose center is at Dz. Consider the star to be composed of a line
of N oscillators located at positions R; = Dz + Xji, with the oscillators dis-
tributed between —a/2 and a/2. Assuming that each oscillator has a random
phase, calculate the classical second-order correlation function g (R, t;R;, t)
and show that it decays for separations d = A/AO (A is the wavelength,
A0 = a/D is the angular diameter of the source). To do this, assume
that the field at the detector position R, (¢ = 1, 2) is given by ET(R,, ) =
1 > Eoe /et tidilh) ~ 3 Z/Eoe‘i‘”th“i"’f(‘_D/c’, where t; =t —|R; —Rq|/c is the
retarded time.
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Photon Counting and Interferometry

14.1 Photodetection

In quantum mechanics, there is no way to avoid the measurement problem. That
is, although quantum mechanics represents an incredibly successful theory of matter
and of matter—field interactions, it does not provide a prescription for coupling the
quantum-mechanical system of interest to a classical measuring apparatus. Quantum
mechanics enables one to make predictions for the outcome of measurements but
has very little to say about the measurements themselves. In this chapter, we give
a very elementary discussion of photodetection and discuss some applications to
interferometry. There are chapters in most quantum optics textbooks on this topic,
and you are urged to consult these texts for more details. Suffice it to say, however,
that the theory of photodetection and photodetectors is far from complete.

One simple model for a photodetector is an optically thick medium consisting
of inhomogeneously broadened two-level atoms. If we consider a time that is
sufficiently short, any radiation incident on such a medium is absorbed by the atoms
and is not scattered into other modes of the vacuum field. In contrast to the scattering
process that we have been discussing throughout this text, this is true absorption.
If the inhomogeneous width is sufficiently large, the medium acts as a broadband
detector. The excited-state population can be used as a measure of the “number
of photons” absorbed in the medium. Of course, we need to specify some way in
which this excited-state population is measured. Let us not worry about this. In
most theories of photodetection, the “excited state” of the atoms is actually the
continuum, and the ejected electron is assumed to produce a measurable signal.

You can appreciate why the theory of photodetection is complicated. Imagine
that we have some initial field pulse that is heading toward the detector. If we know
the quantum state of this field, we have a well-defined quantum-mechanical problem
in which the atoms in the detector are all in their ground states and the field state
is specified. In principle, we can calculate the state of the system at any future time
and obtain the probability to have # atoms excited in the detector. The problem is
that, in an ideal photodetector, each time an atom is excited, it leads to a measurable
signal, which implies that the quantum state of the system is modified. Somehow,
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this measurement must be fed back into the system and the quantum state of the
system updated. Although there are theories of continuous measurement [1] that
address questions of this nature, quantum mechanics runs into problems once the
measuring apparatus is included in the system being studied.

14.1.1 Photodetection of Classical Fields

Let us assume that the probability of photo-emission in the detector is proportional
to the intensity I(¢) = |E*(¢)|* of an incident classical field, integrated over the
surface of the detector. Since a photodetector is a quantum device, there are always
quantum fluctuations in the number of “counts” registered by a photodetector. That
is, if we prepare the same classical pulse and send it into a detector several times,
the number of photo-counts recorded each time will differ. For a given incident field
intensity, we can define P, (¢, ) as the probability of registering 7 counts in a time
between ¢ and (¢ + 7). We assume that T > 0.

We can calculate P,,(¢, t) in much the same way that we calculated the correlation
function for collisions—that is, we assume that we can choose a §t sufficiently short
to guarantee that at most one photo-count occurs in 87, but sufficiently long to
ensure that a “complete” photo-count occurs (in other words, §t is much greater
than the response time of the photodetector). This is reminiscent of the impact
approximation used to examine the role of collisions on line shapes.

With these approximations, we can write

Po(t, T +87) = Pyt + 7, 8T) Plt, T) + Pi(t, 87) Pryr (2, T), (14.1)

where Py(t, §7) is the probability for no counts in a time between ¢ and (¢ + 87), and
Pi(t, 87) is the probability of one count in that interval. Let p(#) be the probability
per unit time that a photo-count occurs at time ¢. We assume that p(¢) is proportional
to the field intensity,

p(t) = ul(z), (14.2)
where p is related to the detector efficiency. As a consequence,
Pi(t,8t) = p(t)dt = nl(2)dt. (14.3)
Equation (14.1) can be rewritten as
dP,(t, t)
Pt T)+ Tdr =[1— p(t + 7)dt] Pu(t, ) + p(t + T)dt Ppa(t, 7), (14.4)
or
dP,,(t,
AT et ) Bt ) + e+ )P (7). (14.5
Form =0,
dPy(t,
% — —p(t+17)Po(t, ), (14.6)

and Py(t, 0) = 1. Therefore,

Po(t, 7) = e Jo PUFeIdT — pmp [T LAY — pmpl VT (14.7)
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where

1 t+t
It,t) = — / I(¢)dt'. (14.8)
T Jt
If we try a solution to equation (14.5) of the form
Pou(t, T) = D,u(t, T)e Jo pl+Tdr (14.9)
with P,,(¢,0) = 1, then [see equation (14.7)]
Po(t, 7) =1, (14.10)

and, for m > 0, P,,(t, 7), satisfies the differential equation

dP,(t, T) -

= p(t + 1) P (2, 7). (14.11)
dt
Therefore,
N T t+t
Pi(t, 1) = / pt+1')dt’ = / p(t)dt', (14.12)
0 t
_ t+T t+t
Pyt T) = / dr dt"p(t')p(t"), (14.13)
t t
and so on. )
Recall that, for functions f(t), the time-ordered exponential Telo /)4 and the

. t N A4 . . . .
exponential e/o /)% are identical, as we have already noted in chapter 2. Since each

of the P,,(t, ) represent terms in the expansion of the time-ordered exponential
t+t ’ " t+1 / "
Tel: Pt — of;" p)dt” \ye conclude that

5 1 t+1 m 1
P,(t,T) = - [/ p(t')dt’] =

—lul( Ty (14.14)

where I(t,t) is defined by equation (14.8). Combining this result with equa-
tion (14.9), we obtain

1
Pt 7) = — [wl(t, T)r]" e HIEDT, (14.15)

If a radiation pulse is incident on the detector, then it is clear that P,,(¢, ) depends
on ¢, insofar as the pulse envelope is a function of ¢. For continuous fields that can be
considered to be stationary (that is, their noise properties do not change in time), it is
customary to define a photo-count distribution that is averaged over time—namely,

Pu(t) = (Pu(t, 7)): . (14.16)

Unless noted otherwise, we limit our discussions to stationary fields.
If 1(z, 7) = I is constant, as would be the case for a monochromatic field, then

Pu(t) = —e 7, (14.17)
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where
X = ulr. (14.18)

Even for a constant field intensity, there is a distribution of photo-counts, owing
to the statistical nature of the quantum-mechanical detection mechanism. The
distribution (14.17) is a Poisson distribution, with m = X, m? = #n? + m,
Am?* = i, and Am/im ~ 1/+/7. The unavoidable noise that is associated with
the photodetection process is referred to as shot noise.

When the field itself has noise properties, the signal recorded by a photodetector
reflects both the noise properties of the field and that of the detector. If the response
time of the detector is longer than the correlation time of the field, the detection
process tends to average out the noise properties of the field. We consider only the
opposite limit, in which the integral in equation (14.8) is carried out for a time t that
is short compared with the correlation time of the field intensity, but sufficiently long
to contain a large number of counts. In this limit, I(z, t) given by equation (14.8), is
equal to I(z).

The noise properties of the field can be attributed to the noise properties of the
sources of the field. If a sufficiently large number of successive measurements is
taken at the photodetector, the time average of these measurements is equivalent to
an ensemble average over the sources, such that the photo-count distribution, given
by equations (14.15) and (14.16), is

_ % (uIzy" eIy, (14.19)

Pp(t)

where the average now corresponds to an ensemble average over the sources of the
field.

We can characterize the signal by the number of photo-counts 7(t) in a time
interval 7 and the variance of this quantity. The average number of counts is
given by

() = <Zum(t, z>> =u(l)t (14.20)
and the second moment by
m(t) = p* (I*) e + p (D), (14.21)
such that
A (t) = p(I) T+ pPc? [(I%) —(1)7]. (14.22)

Thus, fluctuations in number count have a contribution from shot noise, u (I) 1,
and one from field fluctuations, u?t2[(I%) — (I)?]. The shot noise can be reduced by
increasing the counting statistics.

For constant field intensity,

At (t) = p (1) T = (), (14.23)
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as was found earlier. For a field produced by sources having fluctuating phases,

1 N
+ _ —iwpt+ig;(t)
E*(t) = 2|E0|Ze Litig;(t) (14.24)
j=1
1 2
(I) = ZN|150| , (14.25)
1
(I*) = T (2N* — N) |Eol*, (14.26)
such that
Anm*(t) = [4uNr |Eo|* + p*t* (N> — N) |Eo|*]/16. (14.27)

The shot noise and source noise fluctuations can be distinguished by their
dependence.

In the limit of large N, the moments for the phase diffusion model are
approximately given by (I"”) = n!(N|E|*/4)", which is consistent with a Poisson
intensity distribution

1 -
P(I) = ze /1, (14.28)
where I = N|Ey|?/4. In this approximation, the photo-count distribution (14.19)
can be evaluated as

P,(t) = /OOO dl%P(I) (lt)" e rIT
[ri()]™

B ()]
a0+ 1y

where 71(t) = plt. This is a scaled version of the photon number distribution for
a thermal source. You will see that this result is typical when the sampling time is
much shorter than the correlation time of the field—the photon counting statistics is
a scaled version of the photon number distribution, the scaling factor depending on
the detector efficiency u and counting time 7.

(14.29)

14.1.2 Photodetection of Quantized Fields

As we mentioned, the problem of photodetection of quantized fields is a complex
one, since the measurement process itself modifies the field. We shall neglect such
complications for the most part and assume that the signal at the detectors is
proportional to

(E~(Ry, t)E*(Ry, 1)) = TrloE-(Ry, ) EF(Ry, £)], (14.30)

where g is the density matrix for the field, and the bar indicates an average over the
surface Ry of the detector. In other words, the signal is assumed to be proportional
to the average value of the intensity operator, averaged over the surface of the
detector. Moreover, we assume that the field is uniform over the detector and
suppress the field label R;. Of course, this procedure is oversimplified, since no
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detector has an instantaneous response. In actual cases involving rapid changes in
E~(Ry, t)E*(Ry, t), the correlation time of the detector must be taken into account.

For a quantized radiation field, one must destroy 7 photons in the field to get m
photo-counts. The probability for 72 photo-counts depends on averages of the form

(E ) EF (fr) .. Py = (E~ () E™(8) ... E~ () E¥ (8 ... E¥(0) E¥(11)) .

That is, all E™’s appear to the right, in what is called normal order. The calculation
proceeds much as in the classical field case, except that one must now account for
the fact that the intensity is an operator and that the photo-count distribution must
involve the field operators taken in normal order.

A formal expression for the photo-count probability distribution can be taken
as [2]

oy
P(t, 7) =Tr{gmweﬂ”“>f}, (14.31)
m.

where
R 1 t+t
It,7) = ;/ E~(¢)E*(¢)dt , (14.32)
t

and M is a “normal order” operator that moves all E*’s in the expansion to the
right. As in any operator equation, the exponential function is defined by its series
expansion. The fields are to be evaluated at the detector surface. At this point, we
consider single-mode fields only, for which

12
E*[R,t) ~i (260V> ae'kR-o1) (14.33)
and
—_—
P,(7) = Tr {QWWE‘E“'“] , (14.34)
m.
where
how
E=p (260V> T (14.35)

is known as the quantum efficiency of the detector.
If we expand the exponential and orders the resulting operators in normal order,

we find

q%-m )m+qam+q

—Tr QZ : (14.36)

m!q'

In the n-representation, where

0= 0w ln) (|, (14.37)

it is easy to show that only diagonal terms enter into the expression (14.36) for
P,.(t), since matrix elements of the form (#'|(a")"*9a”*9 |n) are needed. Moreover,
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it is obvious that one must have m + g < n, which is satisfied for n > m, g < n —m.
Since

a™n) = \/n(n—1)...[n— (m+q)]|0), (14.38)
it follows from equations (14.36) to (14.38) that

_ o (_é;)q%-m n! _ . n m n—m
B = Y3 B S )era—er a3
where
P, = 0un, (14.40)
!
(”) " (14.41)
m m! (n —m)!
is a binomial coefficient, and we used the fact that
4 —a)d b —a)d —a)?P
a3 (”)( ayf _(1=alf, (14.42)
alr—at m\g) p P!

We can now evaluate P,,(t) for various quantized states of the field.

14.1.2.1 Coberent state

For a coherent state |a), o is not diagonal, but only diagonal elements,

1

n -
Pn = —€ n =

n! n!

2n
o o, (14.43)

are of importance in the photo-count distribution. From equation (14.39), we find

(Eﬁ)me*’". (14.44)
m!

Pm(r) =

The photo-count distribution is just a scaled version of the photon number
distribution.

14.1.2.2 Thermal state

For a thermal state with

fzﬂ

P, = W ) (14.45)
we find
Pu(t) = ufgz)lw (14.46)

Again, the photo-count distribution is just a scaled version of the photon number
distribution.
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14.1.2.3 Number state

For the number state |g),
Py = by (14.47)

and

_f(D)Era—gy, ifm<gq,
P,(t) = {oq, e (14.48)

In this case, the photo-count distribution, which is simply a binomial distribution for
m < q, is no longer a scaled version of the photon number distribution. Of course, it
is clear that our assumption that the measurement does not affect the quantum state
of the field cannot remain valid here; if ¢ photons are detected, there cannot be any
field left.

One can also relate the photo-count distribution to the second-order correlation
function for a single-mode field. (The magnitude of the first-order correlation
function is unity.) From equations (13.137) and (14.39), we find

> W -y n(n;izl)l’n — (), (14.49)

Moreover, for the photo-count distribution (14.39), it is straightforward to calculate

m=E&i, (14.50a)

R (ﬁ—n) (14.50b)
- 2 -

An = E2A? 4 Eii(1 — &) = (:’) I <1 - ’Z) . (14.50¢)

For an ideal detector, £ = 1 and Am? = An?.

14.2 Michelson Interferometer

Photodetectors are often used as the measuring devices in optical interferometers.
The general configuration of an interferometer involves a beam splitter that divides
an incoming field along two paths. After traversing different paths, the beams are
recombined on a detector. The interference pattern is measured as the optical path
length between the two arms of the interferometer is varied. Phase changes between
the two arms translate into fringe shifts at the detector. The optical path length
between the two arms can result in a number of ways. One can physically change
the path length by using a micrometer screw or a piezoelectric transducer. More
often, one uses the interferometer to monitor changes in optical paths resulting from
some transitory effect such as a gravitational wave (not so easy to measure), the
introduction of a transparent test body into one of the arms, or a difference in the
velocity of light in the two arms owing to an “ether drift” (as in the Michelson-
Morley experiment).
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Michelson Interferometer

dzr
A I
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D

Figure 14.1. Michelson interferometer. There are two input ports A and B, but only radiation
entering port A is shown.

14.2.1 Classical Fields

One of the most famous of all interferometers, the Michelson interferometer, is
illustrated in figure 14.1. If light enters the interferometer from the left, the recom-
bined light can be detected at either detector C or D, or both. Let us first consider
what happens when classical, monochromatic light enters this interferometer. In
anticipation of quantizing the field modes, we consider a classical field mode
corresponding to a wave incident from the left,

kX _ TomikX,ikdi _ Ro—ikXpikdr  for X < 0,
—V/RT(ekd 4 oikdr)p=ikY for Y <0,

W, (R) = «/T(e”‘x _ e—ik(X—dl)) for X = 0, (14.51)
VR(eRY — g ik(Y=d)) for Y > 0,

where the beam splitter is located at the origin, mirror 1 at R = d;X, and mirror 2
at R = d,y. Note that the mode function vanishes on the mirrors. The parameters
VR and /T are the amplitude reflection and transmission coefficients for the beam
splitter and can be complex numbers. We shall assume a lossless beam splitter, such
that

|R| +|T| = 1. (14.52)

There is a phase shift of 7 on reflection from the mirrors. The relative phases of v/R
and +/T will be fixed by conservation of energy.

To understand the consequences of conservation of energy, we must calculate
the signal at each of the detectors and equate the total flux at the detectors to the
incoming flux. The signal measured at detector D is proportional to

|Wp|> = 2|R||T|[1 + cos(kAd)], (14.53)
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where
Ad=dy —dy, (14.54)
and the signal at detector C is proportional to
[Wel? = |RP? + |T> + RT*e*2 + R*Te k24, (14.55)
Since (|R| + |T])* = 1, this equation can be transformed into
|We|? =1 —2|R||T| + RT*e*24 4 R*Te kA4, (14.56)

By equating the total flux striking the detectors to the incident flux, |Wp|>+|Wc|?=1,
we obtain the condition

e*(|R[|T| + RT*) + e "**4(|R| |T| + R*T) = 0. (14.57)

If we set
R = [R| e, (14.58a)
T = |T| %9, (14.58b)

condition (14.57) implies that
o1 — pr = +7/2. (14.59)

This is a general result for any lossless beam splitter; the relative phase of
the (amplitude) transmission and reflection coefficients is /2. Without loss of
generality, we take ¢ = 0, ¢r = 7/2, such that

VR=i\/R[, ~T=|T|. (14.60)
If
¢ = 2kAd (14.61)

is defined as the optical path difference for the two arms of the interferometer and
if equation (14.60) is used, it follows that equations (14.53) and (14.56) can be
rewritten in the form

\Wpl? = 4|R||T] cos’ (‘f:) , (14.62)

|Wel?> =1 —4|R||T|cos® (‘f;) ) (14.62b)

The asymmetry in the signals at the two detectors arises from the fact that the signal
reaching detector C is the sum of two field components, one of which is reflected
twice at the beam splitter and the other is transmitted twice at the beam splitter,
while the signal at detector D is the sum of two field components, both of which are
reflected once at the beam splitter and transmitted once at the beam splitter.

Fringe maxima and minima occur when ¢ = 2#um, for integer n#. To achieve
maximum sensitivity to small phase shifts, one needs to choose a region where the
slope of the signal is a maximum with respect to changes in ¢. Moreover, to help
reduce the effects of any fluctuations in the incident fields on the signals, one can
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subtract the signals at the two detectors. The difference signal is proportional to a
quantity S defined by

S = |ELP (IWpl* — [Wcl?)
= |E;1*[4|RI|T|cos(¢/2) + 4|R[|T| — 1], (14.63)
where |E|? is proportional to the incident field intensity. In the examples to follow,
we will always assume a 50/50 beam splitter with |R| = |T| = 1/2; in this limit,

S =|E}|*cos(¢/2). (14.64)

The signal vanishes when ¢/2 = (n + 1/2)w, which also corresponds to the
maximum slope of the signal as a function of ¢. If one adjusts the arm lengths
of the interferometer such that ¢/2 = (n+ 1/2)7 + 8¢ with |§¢| < 1,

S~ +|E; 8¢, (14.65)

the signal is linearly proportional to 8¢. For a classical coherent field, the sensitivity
is limited only by shot noise.

14.2.2 Quantized Fields

It is not difficult to go over to the quantized field case if we use the prescription
mentioned in chapter 12—that is, we write the Hamiltonian for a single-mode

field as
H = ho|W(R)[*a}aa, (14.66)

where a4 is a destruction operator for this mode. This method is especially good for
considering an infinite number of modes (as is needed for the vacuum field), but we
limit the discussion to a single mode.

Several new features enter when we consider quantized rather than classical
fields. First, there is the annoying but persistent problem that measurement of
the field invariably modifies the quantum state of the field. Thus, if one wants
to start with quantum states of the field corresponding to single- or two-photon
pulses, some care in modeling the photodetectors is needed. Second, there are
invariably number-state fluctuations for a quantum field, except for those prepared
in a pure number state. This can translate into scaled photo-count distributions,
as was discussed earlier. However, there can be an additional contribution to the
signal noise resulting from fluctuations in the difference in “photon number” in
each arm of the interferometer—this contribution is absent for classical fields. We
concentrate on formulating a theory that can be used to illustrate the manner in
which squeezed light can be used to reduce signal noise, but the formalism is also
useful for understanding the contributions to the signal at a given detector.

The starting point of the calculation is the expression for the positive frequency
component of the electric field amplitude,

1

h 2
Et =i (25201)) WAR)a,. (14.67)
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Most of the results for the classical field can be taken over directly to the quantized
field case. In all cases, we assume a 50/50 beam splitter.

14.2.2.1 Signal at detector D

The generalization of equation (14.62a) for the field intensity operator at detector
Dis

Ip = E~(Rp, t)E*(Rp, t) cos?(¢/4). (14.68)

Assuming stationary fields, we can calculate the photo-count distribution in the same
manner as we did in going from equations (14.31) to (14.50). The only difference
is that the detector efficiency & is replaced by & cos?(¢/4). That is, equations (14.50)
remain valid provided that £ is replaced by & cos?(¢/4).

AS a consequence,
i\ > "
Am? = () An* +m (1 — ) , (14.69)
n n

= Ericos® (¢p/4). (14.70)

with

For different incident field states, we find
m (1 — %) number state,
Am? = m coherent state, (14.71)
m (1 +m) thermal state.

The fluctuations for a pure number state are lower than that for a coherent state;
this is sometimes referred to as number-state squeezing.

Notice that both the signal and the fluctuations vanish at the minima for a 50/50
beam splitter, since there is total interference at the detector. (Of course, when the
signal vanishes at detector D, it is a maximum at detector C.) The absence of any
fluctuations at these points can be traced to the fact that we are dealing with a single-
mode field. For a multimode field, there is a distribution of k’s, and it is impossible to
satisfy the condition for signal maxima or minima simultaneously for all modes. The
first term in equation (14.69) represents scaled fluctuations. For an ideal detector,
mm = 7icos’(¢/4), and the second term can be interpreted as a fluctuation due to
a difference in “photon number” in each arm of the interferometer [2]; this term
vanishes at both signal maxima and minima (recall that a maximum at one detector
is a minimum at the other) since there is total interference at such points.

14.2.2.2 Correlated signals at both detectors: difference photo-count
signal

In this section, we want to illustrate the concept of correlated measurements and
to calculate the probability of observing a photo-count at both detectors C and
D. Moreover, to prepare for calculations involving more than one input field, we
obtain expressions for the average number of photo-counts and their fluctuations
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in terms of the field operators at each detector. To simplify matters, we assume
that the detector efficiency is equal to unity. For an ideal detector (§ = 1), the
average number of counts at detector D and its variance can be obtained from
equations (14.70) and (14.69) as

iip = cos?(¢/4)i = cos*(¢p/4) (a'a), (14.72a)
mi%) = cos?(¢/4)7i + cos* (¢/4) <ﬁ — ﬁ)
= cos*(¢/4) (a’a) + cos*(¢/4) (a’a’aa) . (14.72b)

We can re-express these quantities in terms of the field operators acting at detector
D by

rip = % (EpED), (14.73a)
— 1 1
mhy = — (EpEp) + 15 (EpEpEBED). (14.73b)

where K = hw/(2¢p)V). In an analogous manner, the corresponding expressions for
detector C are

e = = (EGEL). (14.74a)
it = <ECE+> + = L EGECEZED). (14.74b)

There is one additional quantity we need to calculate, the joint probability of
measuring ¢ counts at detector C and mp counts at detector D—that is, #cmip [3].
Since this corresponds to the simultaneous destruction of mc photons at detector C
and mp photons at detector D, the joint probability distribution must correspond to

a time-ordered expression involving (Eé]ig)T ELEf. We will assume that [3]

7cip = ipic = sin(¢/4) cos’p/4) (a'a‘aa) = — (EpECEEEL).  (14.75)

1
K2

To show that these definitions are reasonable, let us calculate the expectation
values of these operators for a single-photon state of the field, having the spatial
mode defined by equation (14.51), such that

Ef = —VKe*®e *sin(¢/4) a, (14.76a)
Ef = VKe*®e Y cos(¢p/4) a, (14.76b)

where
® = k(d + dy)/4. (14.77)

Although there are problems with measurement of a one-photon state since the
measurement destroys the state, the probabilities for photodetection of such states
can be calculated using standard procedures. In practice, one requires a multimode
field to get a one-photon pulse, but we neglect such complications.
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For a one-photon state |1) having field mode (14.51), we can use equa-
tions (14.74a), (14.73a), (14.75), and (14.76) to obtain

e = sin®(¢/4), mp = cos>(¢/4), (14.78)
and
cmp = sin®(¢/4) cos*(¢/4) (a'a’aa) = 0. (14.79)

The one photon can be detected in either detector, but it is (obviously) impossible to
measure a count at both detectors C and D for a one-photon field.

As in the case of classical fields, one can maximize the detection sensitivity to
small phase changes by measuring the difference signal from the two detectors. We
will assume that the photo-current distributions are proportional to the photo-count
distributions. Let § = Mp — M, where M, is the photo-count operator at detector
a, defined in such a manner that (M,) = #, and (McMp) = mcmp. Then, the
average difference signal and its variance are given by

N 1
(S) =mp —mc = < (<E5EE> — <EEE§>), (14.80a)
(Sz) = ?D+mizc — 2mcmp
1 1

= ¢ (EpEp) +(EcE()) + 15 (EpEpELED) + (EcECECEL))

2
— 3 (EpEGEEED). (14.80b)

14.2.2.3 Coberent state

We now want to study the difference signal between detectors D and C, and the
fluctuations in this signal when the incident field is in a coherent state |«), assuming
ideal detectors and a 50/50 beam splitter. The average signal and its variance,
obtained using equations (14.80) and (14.76), are

(8) = cos(¢/2) ||, (14.81a)
(82) = |a|? + cos?(¢/2) a|*. (14.81b)
Note that
AS? = (§2) — (8§)% = |af? (14.82)
independent of ¢.
Suppose that the interferometer is adjusted such that
=1 —2e, (14.83)
where |¢| « 1. In this limit,
() =elal?, (14.84)
and the signal is a linear function of €. Since (8 = €la? and AS = ||, we are

sensitive to phase shifts

e~ | = (fa) 12, (14.85)
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where 71,4 is the number operator for the incoming field mode. For smaller values of
¢, the noise begins to dominate the signal. The value € = |a|~! corresponds to the
standard quantum limit (SQL) for this interferometer.

14.2.2.4 Entrance port B: reduction of noise below the SQL

The Michelson interferometer shown in figure 14.1 actually has two input ports.
The field mode we have discussed up to now is one associated with a field entering
from X < 0 into port A. There is, in addition, a field mode entering from Y < 0 into
port B. The mode function for this field mode is

kY _ TomikY gikdy _ Ro=ikY pikdi  for y < 0,
VRT(E + eMh)e®X for X <0,
«/I_Q[eikx _ e—ik(X—d1>] for X > 0,
VT[ekY — gik(Y=d)) for Y > 0.

Vg(R) = (14.86)

The question arises as to whether we can reduce the noise below the SQL by
replacing the vacuum field, which has been assumed implicitly to enter port B, with
a field of our choosing.

Although one should allow for an infinite number of modes into port B in
considering the vacuum field, we consider only the limit in which single-mode fields
having the same frequency and polarization enter ports A and B. In this limit, the
Hamiltonian is

H= ho [|pr(R)|2 alas+ Ws(R)) agag} , (14.87)

where a, is an annihilation operator for mode a. For a 50/50 beam splitter with
R=-1/2, T =1/2, it follows from equations (14.51) and (14.86) that the positive
frequency components of the fields at detectors C and D are given by

Eé— — i(ﬁ/z)efikx [(eikdz _ eikdl) as— Z‘(eikdz + eikdl )ﬂB]

= VKe¥®e "X [cos(¢ /4)ap — sin(¢/4)a4) (14.88)
and
Ef = (VK 2)e Y [—i (ei/edz + eikdl) aA— (ez‘kdz -~ eikdl) aB}
= VK2 Y [cos(¢p/4) an + sin(¢/4) ag], (14.89)
respectively.

One can use equations (14.74a), (14.73a), (14.88), and (14.89) to show that
e + mp = (ahaa) + (apag), (14.90)

which is consistent with the conservation of probability. We are interested in
calculating (S) and (S$?) given in equations (14.80). From equations (14.80a),
(14.88), and (14.89), we find

(8) = |cos(¢/2)(aan — ahan) = sin(¢/2)(@has — apan)] - (14.91)
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In what follows, let us assume that a coherent state |a) enters port A and that « is
real. Then,

(S) = cos(¢/2)(a* — 71p) + asin(¢/2) (af + ap), (14.92)

where 23 = (ajpap). If the vacuum field enters port B, 7g = 0, (a} + ap) = 0, and
equation (14.92) reduces to (14.81a).

There is now a lot of algebra involved in calculating (§2) and AS. Using
equations (14.80b), (14.88), and (14.89), one can obtain a very complicated
expression for (§2). However, we are interested only in fluctuations about the point
¢ = m — 2¢ where the signal is most sensitive to changes in ¢. Since we know
from equation (14.82) that AS has a contribution of order €° at ¢ = 7, to zeroth
order in €, we need only calculate the fluctuations at the point ¢ = m. Using
equations (14.80b), (14.88), and (14.89) with ¢ = 7 and a coherent state in port A,
we find [using the fact that all operators in equation (14.80b) are normal-ordered,
allowing us to replace a by @ and a” by «* = « in that equation]

(82) = g + i1 + %«a +al)(e + ab)lo + as)(a + ap))

+-((ap — a)lap — a)(ap —a)(ap — )

1 P

|

—5 e+ ap)lay —a)ag — @)@ +ap))

| .
=10+ i + 2<{oc4 + o?[a3 + (a})* + dajgap] + (apap)*})

1 ,
—5 (ot = a’lag + (ap)*] + (apan)))
= fia+ ip + o*((ap)® + ap + 2apap)

= fia+ g + a®((ay + ap)* + (ahap — apa}))

= o? +iig + a*((a + ap)?) — o? = g + o ((ap + aj)?)
= fip + 4’ (aj,) . (14.93)

where ap, = 2(ap +al}y) is one of the field quadrature operators for the field entering
port B.
Therefore, at ¢ = 7,

AS? = (8%) — (8)2 = 4o’ Aa}, + 7. (14.94)

For the vacuum field entering port B, Aaj = 1/4, 7z = 0, and we recover
equation (14.82). However, for a squeezed vacuum entering port B, Aa%l ~ %e‘r

_ .12 . . Rk
and 7 = sinh” 7, where 7 is the squeezing parameter. Thus, if

V42 Add + it < a, (14.95)

the noise is reduced below the SQL. This will be the case if «* > ¢” sinh® 7. Thus,
by replacing the vacuum field with a squeezed field, one can reduce the sensitivity of
the measurement to below the SQL.
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14.2.2.4.1 Two-photon state: Last, we would like to see what happens when we
send a one-photon state into each port—that is, the incident state is |11), with one
photon in mode A and one in mode B. We assume that the modes have the same
frequency and polarization. From equations (14.75), (14.88), and (14.89), we find

g = { [cos(¢ /4)al, + sin(@/4)ab ] [cos(@/4)al — sin(g /4]

x [cos(¢/4)ap — sin(¢/4)a] [cos(¢/4)aA 4 sin(¢/4)a3}>

= cos*(¢/4) + sin*(p/4) — 2 sin®(¢/4) cos®(¢/4)
= cos?(¢/2). (14.96)

For ¢ = 7, the average signal produced at detectors C and D is identical for each
input field acting separately; however, as a result of interference, 7cmmip = 0 when
both fields are present. This is impossible classically, since the interferometer is set
at a position where the average intensity at each detector does not vanish. The same
type of result is obtained for a beam splitter alone. That is, if one replaces the mirrors
in figure 14.1 by detectors, there can be a detected signal at either of these detectors,
but not both. As a result of interference, the “photons” follow one path or the other.
A better treatment would include more modes to allow for “pulsed” one-photon
states to enter each port.

14.3 Summary

We have presented a very elementary theory of photodetection for both classical
and quantized fields. You are urged to consult the bibliography for more advanced
treatments. We have seen that there is an inherent “shot noise limit” that is
associated with photodetection, resulting from the quantum nature of the detection
process. Moreover, we have related the photo-count distribution to the noise
properties of the fields that are incident on the detectors. It was shown that the
use of squeezed states in one port of an interferometer can reduce the noise below
the standard quantum limit. We now return to problems involving the interaction
of radiation with matter.

Problems

1. In the limit of large N, show that the moments for the phase diffusion model
are given approximately by (I") = n! (N|Eo|2/4)n.
2. Derive equations (14.50). It may help to use the auxiliary function

n

flar = lax-+ (1= = Y- () @y

m=0

and express the moments in terms of f and its derivatives.

3. Prove equation (14.49).

4. A dielectric slab can serve as a beam splitter. Look up the amplitude
transmission and reflection coefficients for a dielectric slab (you can derive
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them if you want), and show that they are consistent with a relative phase

shift of 7 /2.

. We have assumed that the photo-count signal is proportional to the intensity

at the detector. However, if we assume that the signal actually results from
exciting atoms, we might expect that the signal for a counting time r would
be proportional to

t+1 t+1 N » e
S = / dt’ / dt"E~(t')E*(t")e "1,
t t

where E*(t) = E*t(t)e”'', since the amplitude to excite a state is pro-
portional to f:ﬁ dt'E*(t')e~". In this expression, § is the detuning of the
incident radiation from the transition frequency in the detector. Show that,
in the limit of a broadband detector, the signal is proportional to

/ dt'E-(¢)E*(¢ / dr'l(t

To do this, assume that the incident field has a frequency spectrum centered
at w; with width Aw;. For simplicity, assume that the distribution of detector
transition frequencies is given by

1

\/ 783

Average Sy over wg and show that it leads to S, provided that §; > Aw;—
that is, for a broadband detector. See Cohen-Tannoudji et al. [3] for more
details.

e~ (@0—wL) /85

W(wo) =

. For the Michelson interferometer, we found that the average number of

counts at detector D is proportional to cos?(¢/4). For a classical field in the
phase diffusion model, we showed in chapter 13 that the fringes should wash
out when the difference in arm lengths is greater than the coherence length of
the field. How can these results be consistent? [Hint: The field mode (14.51)
corresponds to a single mode only.]

. You might think that, since the detectors C and D in the Michelson

interferometer are independent, micimp = #icmp. Give a simple example
to show that this cannot be true, in general. For a single-mode field, ideal
detectors, and a 50/50 beam splitter, evaluate and compare #icmip and #ciip
for a coherent state, a pure number state, and a thermal state of the field.

. A beam splitter is shown in figure 14.2 in which the difference in photo-

counts between the two detectors is measured.

The “local oscillator” field A can be considered as a quantum coherent
state of the field while some arbitrary quantum field S enters the second
port. Obtain expressions for the field modes and the fields incident on each
detector. Prove that by choosing S as a squeezed state, the noise in the signal
can be reduced below the level it would have if the “vacuum” entered the
port. Consider noise due only to fluctuations in the fields.

Consider the beam splitter and detectors shown in figure 14.2. Show that if a
single photon enters each of the ports (that is, a two-photon state), with each
photon having the same frequency and polarization, then the joint probability
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Local
Oscillator

LO > > >
LO+S

Figure 14.2. Schematic of a beam splitter.

of having a photo-count in each detector vanishes, assuming a lossless, 50/50
beam splitter. To do this, write expressions for the field modes, obtain the
fields incident on each detector, and use equation (14.75). Also calculate the
average number of photo-counts at each detector.
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Atom-Quantized Field Interactions

In the previous chapters, we considered quantized radiation fields, but not their
interaction with matter. In this chapter, we introduce a Hamiltonian that can be
used to model the interaction of quantized radiation fields with atoms. We first
give a brief review of the Heisenberg picture and then obtain an expression for
the atom-field Hamiltonian in dipole approximation. To explore a relatively simple
application of the formalism, we look at the interaction of a monochromatic cavity
field with a single two-level atom that is stationary within the cavity—this problem
is referred to as the Jaynes-Cummings problem [1]. As a second application of the
formalism, we discuss dressed states of the atom—field system for a monochromatic
field interacting with a two-level atom. These quantized dressed states differ in a
fundamental manner from the semiclassical dressed states that we have been using
up to this point. The quantized dressed states are true stationary states of the atom—
field Hamiltonian in the rotating-wave approximation (RWA). Last, we indicate a
method for creating coherent and squeezed states of the radiation field.

15.1 Interaction Hamiltonian and Equations of Motion

We have seen that there are times that the Heisenberg representation offers
advantages over the Schrodinger representation. The Heisenberg state vector |y)H
is related to the Schrodinger state vector |y (¢)) via

)t = e Hy(2)), (15.1)
where H is the total Hamiltonian for the system.
15.1.1 Schrédinger Representation

In the Schrodinger representation, the state vector, |y(t)), is time-dependent, as is
the density matrix

o (t) = [y () (Y (). (15.2)
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Operators are time-independent, but their expectation values are time-dependent,
owing to the time dependence of the state vector. The equation of motion for the
expectation value of an operator O is

d
ihEW(t)IOW(t)) = (Y ()|[O, H]|¥ (1)), (15.3)
where

(O) = (Y@)OW (1)) = > _ (W @) EXEIOIE)E[y(2))

E.E'
= (E'[y (1)) (¥ (2)| E)(E|O|E)
E.E'
=Y (E'le*(t)|[E)(E|O|E") = Tr[@*(1)0]. (15.4)
E.E

15.1.2 Heisenberg Representation

In the Heisenberg representation, the state vector is time-independent, as is the
density matrix of the system, but the operators themselves are generally functions of
time. We have

) = em (1)) = en e 71y (0)) = |y(0)), (15.5)
o' = entgS(r)e 1 = 95(0), (15.6)

and
OH(t) = enH e~ 7 HI (15.7)

The expectation values of operators are still time time-dependent, but the time
dependence originates from the operator rather than the state vector—namely,

(0) = Tr[o" O (1)]. (15.8)

Using the definition (15.7), it is easy to show that O(z) satisfies the equation of
motion

_dof(z)
ih ¥r

The advantage of the Heisenberg representation is that the operators often obey
equations of motion that are identical to their classical counterparts. It is important
to note that commutation laws such as [x(), p(¢)] = ih remain valid in the
Heisenberg representation, but that [x(¢), p(¢')] # ih in general, if £ £ ¢'.

Things can get a bit confusing. The operator | E)(E]| is constant in the Heisenberg
representation since en!*|E)(Ele”#H* = |E)(E|. On the other hand, if atoms
interact with a field via a Hamiltonian H = Hj + Hp + Vap, where HylA) =
EalA), Hp|F) = Eg|F), then A = |A)(A| is a time-independent operator, but
AH(t) = enHt| Ay (Ale~ =1 is a function of time. In other words, if one considers
a two-level atom interacting with a quantized radiation field, the raising operator

= [O%(z), H]. (15.9)
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oy =[2)(1] is time-independent, but the corresponding Heisenberg operator o, () =
ewt)2)(1]e~#H* is a function of time.

15.1.3 Hamiltonian

The Hamiltonian in Coulomb gauge derived in the appendix in chapter 12,

appropriate to an N-electron atom interacting with a quantized radiation field, is
given by

Mz

pa+eA ro)]* + Hr + Ve (15.10)
a2
where 1 is the electron mass,
N N
1 Ne? 1 2
Ve = — S Y (15.11)
4meq = o 8meg i |ra — rﬁ|

is the electrostatic Coulomb potential, assuming that the nucleus is fixed at R =0
and has charge Ne, r, is the coordinate of electron «,

Hr =) howa), aie, (15.12)
k,ék

is the Hamiltonian associated with the transverse field modes,

A 1/2
AR) = Z < ) (ak e R+ ak o €ke ’k'R> (15.13)
k,ék

ZEOka

is the vector potential (transverse in Coulomb gauge),
Gk'kzo, (15.14)

and the sum over € is over two independent free-field polarizations for each field
mode having propagation vector k. The quantity p, is the momentum canonical to
ry for particle @ having charge —e.

If we quantize as in the free atom and free-field case using

[(ta); > (Pa) ;| = i8a.arijs (15.15)
{ai,aﬂ = ihs;;, (15.16)

and work in the Heisenberg representation, we regain Newton’s equations for the
atomic operators (with the Lorentz force law) and Maxwell’s equations for the fields,
Le.,

ajt+iwja; = <2€0hw )]T, (15.17)
j

where ]~77 is the transverse current defined by equation (12.210). Note that a;(z) #
a;(0)e~ it if jT/ # 0 at any time.
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When one deals with atom—classical field interactions, one often makes the dipole
approximation, assuming that ka <« 1, where k is the propagation constant for the
field, and a is a characteristic atomic dimension on the order of the Bohr radius ay.
For a quantized field, however, the approximation ka < 1 cannot be true for all the
field modes. Thus, if we run into any infinities involving summations over quantized
field modes, some of those infinities can be removed by imposing a cutoff at k ~ a; .
For the time being, let us suppose that the dipole approximation is valid for the field
modes of interest.

In the dipole approximation, it is useful to carry out a unitary transformation on
the state vector of the form

[V (2)) = TIy(2)), (15.18)
where

T = ¢ FmARS0) (15.19)
and g = — 3N er, is the electric dipole moment operator. Under this unitary

transformation (15.19), the Hamiltonian (15.10) becomes

i - X (Tpl T
H=THT =) % +Ve+TY hojala; T, (15.20)

a=1 ]

where the sum over j is a sum over all field modes.
Using the fact that

eABe 4 = B +[A, B]+%[A, [A, B]] +---, (15.21)
we find that
Tpe T' = po — eA(0). (15.22)
Moreover, since
T == = [[ DY (1, 12) (15.23)

]

is just a product of field displacement operators (12.71), with

i€
A=t 15.24
' 260 Vho, ( )
it follows that
Ta;T" =D'(x;, 1})a;D(k;, X) =a; + i; (15.25)

and

Ta}'Tf :a';—i-)u’;. (15.26)



362 = CHAPTER 15

As a result, H can be written as

N
Hr = P +V+Zhwaa,

a=1
+> ho(a; +ra)) + > hojl . (15.27)
j j
The 3°; hw;(Ma; + 4ja; ) term is simply equal to —u - E7(0), where

. o \ . .
Er(R)=i) ( 260‘;) (ak,ekeke'k“ -~ a;ekeke_’k'R> (15.28)
k,Ek

is the quantum operator for the transverse electric field. The Y7 ; Aw;[2,|* term is
infinite, but independent of the field—it represents a self-energy term that can be
taken into account by a renormalization of the atomic state energies. Consequently,
we subtract out this term (the zero point field energy has already been excluded) and
take as our Hamiltonian in dipole approximation

N .2
H=3 2%+ Volta) = p-Er(0) + ) hojaja;. (15.29)
=1 j

Any expectation values of operators calculated with the new Hamiltonian are the
same as those for the original one, although technically speaking, in a dielectric
medium the correct operator in this equation should be D7(0) rather than E(0), if
we use our original basis states to take expectation values [2, 3].

This Hamiltonian can be generalized to include the center-of-mass motion of the
atom. In that case, we take

2
H=—— + Hyom + Hrield + Var, 15.30
M + Hatom + Hricld + Var ( )
Hacom = Z + Vel(ra), (15.31)
Heica = Y how;aja;, (15.32)
i
Var = —p - E1(R), (15.33)

where R is the center-of-mass coordinate of the atom, P is the center-of-mass
momentum of the atom, M is the atomic mass, 7 is the reduced mass of an
electron located at position r, relative to the nucleus having canonical momentum
P« and E7(R) is given by equation (15.28). We will usually use the Schrodinger
representation when working with probability amplitudes and the Heisenberg
representation when working with density matrix and operator equations. The
Hamiltonian (15.30) is the starting point for many of the calculations in the
remainder of this book.
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o |o

Figure 15.1. Jaynes-Cummings model. A single, stationary two-level atom interacts with a
single-mode cavity field.

15.1.4 Jaynes-Cummings Model

Let us consider first one of the most fundamental problems involving the in-
teraction of a quantized field with a stationary two-level atom—the so-called
Jaynes-Cummings model [1]. Even though it is difficult to achieve conditions
where the Jaynes-Cummings model is applicable in experimental situations, it is
instructive nevertheless to study this model in some detail. Moreover, there has
been an increased interest in using high-finesse optical cavities as a springboard for
many applications in quantum information. In these applications, one encounters
problems that involve the interaction of one or more atoms with a cavity field.
The Jaynes-Cummings model is the simplest possible realization of cavity quantum
electrodynamic problems of this nature [4].

The Jaynes-Cummings Hamiltonian can be taken as the limit of equation (15.30)
when a single-mode cavity field interacts with a stationary two-level atom in the
RWA (figure 15.1). The Hamiltonian in this case is

haw
H=H,+H; +Vy = Toaz + hwa'a + h(gora +gta'o_), (15.34)
where wy is the atomic transition frequency, w is the single-mode field frequency,
o \12
— , 15.35
g=—i <2heov> K21 ( )

W21 is the projection of the dipole moment matrix element along the field polariza-
tion direction, and the o operators have their conventional meaning. The spatial
mode function for the cavity field has been set equal to unity for simplicity. Since
the atom is assumed to be stationary, the actual form of the mode function is not
important. For moving atoms, the spatial field pattern becomes important since the
field amplitude changes as the atom moves through the field. In the following section,
we obtain the eigenvalues and eigenkets of the Hamiltonian (15.34). Here, we
concentrate on the time evolution of the state amplitudes of the atom—field system.

We write the state vector for the atom-field system in a field interaction
representation as

[W(2)) = é1o(t)e’®* |150)

+ Z C~1yn<t)e—inwteiwt/2 |1, 1’l>

+Y Gt e 2 — 1), (15.36)
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where the first index refers to the atomic state and the second to the field state. We
have separated off the state |1;0), since this is an eigenstate of the system in the
RWA, having energy —hwy/2. In the field interaction representation, the ground-
state amplitude evolves according to

E10(t) = ¢1,0(0)e"2, (15.37)

where § = wy — w. Using the Hamiltonian (15.34) and Schrodinger equation, we can
show easily that the evolution equations for the remaining state amplitudes are

déy ,/dt = igél,n —igiéan-t1, (15.38a)
dér u_1/dt = —lgfz,n—l — 184C1 n, (15.38b)

where
g = /ng. (15.39)

These equations are identical to those solved earlier in the field interaction
representation for a classical field interacting with a two-level atom. Thus, we can
use the result (2.116) to write the solution as

( Eim ) feos(F) +asin(F)  —Esin (YY)
Gt —esin (%) cos (%) — g sin (%)
CN].n(O)
X (52.”_1(0)) , (15.40)

where

Q= /52 + 4 |ga|2. (15.41)

Equations (15.37) and (15.40) provide a complete solution to the problem. The field
connects states |1;7) and |2;72 — 1) (n > 0) with a characteristic Rabi frequency €,
that depends on 7 through the coupling constant g,.

Recall that the state amplitudes for a two-level atom interacting with a classical
monochromatic field oscillate in time with a frequency equal to one-half the Rabi
frequency. We want to see when this is also true for a quantized coherent state of
the field. Assume that at # = 0, the atom is in its ground state and the field is in a
coherent state

1¥(0)) = [1) |e), (15.42)

with « real, which implies that

€1u(0) = ——=—, ¢&,,-1(0) =0. (15.43)
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From equation (15.40), we find that the probability that the atom is in its excited
state at time 7 is

Py =" |&n(t)]
n=1
41gal” . Q, -
_; g; sm2( 2t> cl,,(0)|2

o 4 2 21 ,—a? /82 1+ 4 2
= 8" oTe™ 2 Tl ) (15.44)

2 +4lgl n 2

Note that if we take g, to be constant, we recover the results for a classical field.
However, g, is not constant, since it varies as /7. You might think that for large o,
the result reduces to that for a classical field, but you would be only partially correct
with this conclusion.

If « > 1, the distribution (a"e=")/n! is sharply peaked about n = a? = 7
and, to first approximation, we can take g, = ga?. In this limit, we recover the
classical result with ¥ = 2ag. To see the role that fluctuations about this average
value produce, we write

= /ng = +(n—n)g=~ x/_g-i-* \/_mg (15.45)

such that the phase appearing in equation (15.40) is

_ VAl V82 +4nlgl +4n— ) Il
B 2 2

L V& HAnigl  (n—A)lgl”

2 V82 4 47 |gl?
You may now remember the admonition about a small dog given earlier in this
book. To neglect a term in a phase, that term must have magnitude much less than
unity, regardless of its value relative to other phase terms. Thus, as soon as the
second term in equation (15.46) becomes of order unity, the various # components

get out of phase, giving rise to a “collapse” of the Rabi oscillations. This occurs for
times of order

(15.46)

V82 +4a? lg|?

, (15.47)
algl?

where we set (7 — 1) & /7 = « in the numerator of equation (15.46) to evaluate z..
If § = 0, the collapse time is given by |g|#. &~ 2, as is seen in figure 15.2.

This is an interesting example where a “strong” quantum mechanical coherent
state of the field is not equivalent to a classical field. The field fluctuations of the
coherent state eventually are felt in the phase of the atomic response [5]. Note
that as ¢ ~ 0 (as it would in free space), but ag ~ constant, the collapse time is
infinite.
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Figure 15.2. Collapse of Rabi oscillations in the Jaynes-Cummings model, with § = 0, and
a=15.
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Figure 15.3. Revival of Rabi oscillations in the Jaynes-Cummings model.

The collapse is not the end of the story. To illustrate another phenomenon that
occurs, we set § = 0 in equation (15.46), leading to

. [ s (n—n)lg|
sin @ ~ sin |7 |g|t + ———=>t] . 15.48
gl W ( )
We see that sin @ is independent of 7 for times when
t~ t, = 2(2mmn) Vir/|g| = 4mmaf|g| (15.49)

for integer m. This leads to quantum revivals (not religious) at such times.
Figure 15.3 shows the revival for m = 1 and o = 135, centered at |g|¢t = 47wa ~ 188.
Both collapses and revivals are intrinsically quantum phenomena.

Last, consider an initial state in which the atom is in its excited state and the field
is in the vacuum state

1¥(0)) = [2) [0). (15.50)
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Now, ¢.0(0) = 1, and the excited state probability is

(TR e ()

- 2
Py = |éo(t)| = 2 824 4g ’ 2

(15.51)
There is no spontaneous decay because there is only a single mode and the system
is totally reversible. The Rabi oscillations in this case are known as vacuum Rabi
oscillations [6].

15.2 Dressed States

To introduce quantized dressed states [7], we start with the Jaynes-Cummings
Hamiltonian (15.34). We have seen already that the cavity field couples only pairs
of states such as |1, #7) and |2, 7 — 1). In other words, for any state of the field, the
interaction breaks down into a number of effective two-level problems. This is
the reason that we were able to solve the Jaynes-Cummings model in analytic form.
The fact that the problem is exactly soluble suggests that the Hamiltonian has a
relatively simple structure. Moreover, it should be possible to diagonalize H exactly.

In the |a, n) basis, where @ = 1, 2 labels the atomic states and 7 = 0,1, 2, ... the
field states, matrix elements of H [equation (15.34)] are given by

(1, n|H|1, m) = (—hwo/2 + nhw) 8., (15.52a)
(2, n|H|2, m) = (hwo/2 + nhw) 8, (15.52b)
(2,n—1H|1,n) = hg(2,n — 1|oya|l, n) = /nhg, (15.52¢)
(1,nH]2,n—1) = hg*(1,nla’e_|2,n — 1) = /nhg*, (15.52d)

and all other matrix elements vanish. There is a nondegenerate ground state |1, 0)
having energy

Ey = —fiwy/2 = —hw/2 — 1i)2. (15.52e)

The remaining energy levels of the unperturbed Hamiltonian H4 + Hp are given by
a ladder of nearly degenerate doublets shown in figure 15.4, where the frequency
separation between two levels within a doublet is

(Ezﬁn_1 —ELn)/h:a)o—a):& (1553)

The separation between the corresponding levels in successive doublets is the field
frequency .

For example, if we isolate four states of the Hamiltonian, |2,7 — 1), |1, n),
12,7 —2), |1,n — 1) with n > 2, the corresponding submatrix of the Hamiltonian
would be

%—}—(n—l)w 2 0 0
g —— +nw 0 0
H=nh 2 o . (15.54)
0 0 7+(n—2)w &n—1
0 0 G~ -l
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|2:n)
[1,n+1)

-y — |2,n—1)

[1.n)

|2,n-2)
[1,n-1)

Figure 15.4. Quantum states of the atom plus field in the absence of the atom-field
interaction.

where g, = /ng. Since H breaks down into a series of 2 x 2 submatrices, each
submatrix can be diagonalized separately. The diagonalization of each submatrix is
the same as that we encountered using semiclassical dressed states.

Let us isolate a single 2 x 2 matrix

Drn-1o g

8n >
5
1 2 5 &n
= (n— ) hol+h| 2 75 (15.55)
2 g =2

for the states |2, 7 — 1), |1, n), with #z > 1. (Note that the order of the states differs
from the |1), |2) order we have taken normally.) If we relabel the states as

|[1n) |21 — 1)
[1n)y (... ... , (15.56)
2n—1) \ ... ...
then
1\, = h[-8Q0

H, = <n—2> ha)I+2<S22 5 ) (15.57)

where
Q) =2g,. (15.58)

Aside from the term proportional to the unit matrix, this is identical to the matrix
we diagonalized for the semiclassical dressed states. Therefore, the eigenvalues
associated with H, are

1 K2
Ep = (n— =) ho+ =2, 15.
§ (n 2) 5 (15.59)
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with

Q= /1202 + 82, (15.60)

and the eigenkets are

|L,) = cosb,|1,n) —sin6,|2,n — 1), (15.61a)
[I1,) =sinb,|1,n) + cos6,|2,n— 1), (15.61b)
where 0 < 6, < /2,

tan 26, = Q°/8, (15.62a)

1—68/Q,"*
sinf, = [2/} , (15.62b)

1468/Q,"*
cosf, = [—}_2/} , (15.62c)

and the coupling constant g = Q9/2 has been taken as real. As was the case for
the semiclassical dressed states, state |I1,) is always higher in energy than state |I,,).
These states have different asymptotic forms as Q¥ goes to zero depending on the
sign of §. Specifically,

|1, 7) fors > 0,
[1,) ~ (15.63a)
—2,n—1) fors <O,

2,n—1) fors >0,
|IL,) ~ (15.63b)

|1, n) fors <0,

as Q0 ~ 0. State |1, 7) is higher in energy than 2,7 — 1) if § < 0 and lower if
8 > 0. In the new basis, H is diagonal with eigenvalues and eigenvectors defined by
equation (15.59) and equation (15.61), respectively. The new eigenstates are referred
to as (quantized) dressed states of the atom-field system [7]. The first few eigenstates
are shown schematically in figure 15.5.

We use the dressed states in chapter 20 to gain insight into light scattering in
intense fields. The strength of the quantized dressed states, aside from the fact
that they are true stationary states of a time-independent Hamiltonian, is that they
often can be used to provide a “picture” that helps one to understand atom-field
interactions. For example, we will see in chapter 20 that the arrows shown in
figure 15.6 between eigenkets {|II,), |L,)} and {|II,_1),|I,_1)} represent possible
paths for spontaneous emission. As such, it is obvious immediately from the figure
that the radiation scattered by an intense field consists of three lines centered at
the transition frequencies shown in the figure. On the other hand, in almost all
cases where a strong field drives a transition, calculations are most easily performed
using a semiclassical dressed-state approach rather than a quantized dressed-state
approach, since the former involves a single classical monochromatic field, while the
latter requires a ladder of quantized field states.
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Figure 15.5. The first few eigenkets of the Jaynes-Cummings Hamiltonian (frequency separa-
tions not drawn to scale). The separation of each doublet increases with increasing 7.

|2,n-1) —r |11 ) =cos 6,|2,n-1)+sin ®_|1,n)
1) L) =cos0,[1n)-sin 6, |20-1)
| 2,n—2) ! ; i ; |IIn_1) =cos On_1| 2,n-2 ) +sin 6 | 1,n—1)
[1,n-1) . L |1 )=cos® |1,n-1)-sin6 [2,n-2)

Figure 15.6. Quantized atom-field states including the atom-field interaction. The dashed
arrows indicate possible spontaneous emission frequencies.

Returning to the problem in which the atom starts in its excited state and the field
in the vacuum state, we see that the appropriate eigenvectors and eigenvalues are

ho  hQ

L) = cos6y|1, 1) —sin6; 2, 0), E1=7w—71, (15.64a)
ho  hQ

II1;) = sin6;|1, 1) + cos61]2,0), Ejf = 7‘” + Tl (15.64b)

The initial state in which the field is in the vacuum state is 70t an energy eigenstate
of the system. As a consequence, the state vector for the system is

[V (2)) = e "!/? (cos@le’m”/z|111) — sin@leiglt/2|11>) , (15.65)

that is, a superposition of energy eigenstates that oscillates in time. Although the
oscillations result from the interaction of the vacuum field with the excited atom,
the nomenclature vacuum Rabi oscillations is somewhat misleading. It is simply
the fact that the system is not prepared in an energy eigenstate that leads to the
oscillations. This is similar to the scenario that gives rise to neutrino oscillations,
since the neutrino is not produced in a mass eigenstate.
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15.3 Generation of Coherent and Squeezed States

Last, let us look at how to generate coherent and squeezed states of the radiation

field.

15.3.1 Coherent States

First, we show that a classical current distribution gives rise to a coherent state. The
atom—field interaction is taken as

Var = —n(t) - E(R), (15.66)

where u(t) is the dipole moment associated with a classical source [u(t) is not an
operator, simply a vector function of time], and E(R) is the quantized field operator.
The total Hamiltonian for the free field and the atoms is

S hoal 3 hoog \ 12 R
= hiwrayax — p(t) - |i ( ) exare’™ " + adj.
k k Zéov

where the sum over polarization modes has been suppressed. We transform this
Hamiltonian into a field interaction representation via

(15.67)

H(t) — eiwkaiaktH(t)e_iwkaiakt
h(l)k 1/2 . .
= —pn(t)- |i erare’ KRk 4 o di
n(t) l Ek: <2€0V> kdk i

o o ,
where we used the fact that '@ gy e ™' @aa! = gy g7k

Since [H(t), H(t')] # 0, one cannot simply exponentiate H(t) to get a solution.
On the other hand, the solution of the Schrodinger equation

(15.68)

ihal‘git)> — H)[ (1), (15.69)
with [7(0)) = |0), is
|1ﬁ~(t)) — lim e—%FI(L,,)Ate—%I:I(t,,,I)At e ;LH(tz) t —LH(tl At |O> (1570)

At—0

which can be verified by expanding the exponentials. If [H(t;), H(t,)] is a c-number,

as it is, then
e~ FHR)AL = Ht)AL o = f[H)+H(n)| AL 4 [H(n). H(n)| At (15.71)

3

which is the product of e~ #H®R)+HNIAL and 3 c-number phase factor.

As a consequence, the solution (15.70) for |y (t)) is

[ (2)) = e~ Jo HWME |0y 5 phase factor. (15.72)

Using equation (15.68), we see that

/ A [ oty + ak(t)alﬁ] , (15.73)
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where

1/2
aj(t) = 1 ( hex / t dr' u(t') - ee’ KR=) (15.74)
h ZEOV 0

Thus, to within a constant phase factor,

(1)) = eXnl et g) = [T el-eiontend|o). (15.75)
k

In other words, a classical current source creates a multimode coherent state of the

field.

15.3.2 Squeezed States

To generate a squeezed state, it is necessary to produce two photons that are
correlated. This can be done in four-wave mixing by converting two pump photons
to two correlated signal photons or in parametric down conversion, where a single
photon is converted to two photons. A prototype Hamiltonian in a field interaction
representation is taken to be of the form

H = hAa* + in*a™?, (15.76)

where A can represent either the second-order susceptibility (parametric down
conversion) or third-order susceptibility (four-wave mixing). There are very few
treatments, if any, in which A is calculated from first principles. The solution of
the Schrodinger equation for this Hamiltonian is

(1)) = 500y, (15.77)
where
£=—iAr (15.78)

We recognize that the state (15.77) is just the squeezed vacuum.

15.4 Summary

The atom-field Hamiltonian has been obtained in dipole approximation. This is the
Hamiltonian we use for the rest of this book. The simple, but important, Jaynes-
Cummings model was studied. It was found that a coherent, quantized state of
the field can lead to atom-field dynamics that differs from that of a classical field,
even if the field strength is large. The Jaynes-Cummings model was also the starting
point for a discussion of dressed states of a quantized field interacting with a two-
level atom. In contrast to semiclassical dressed states, these quantized field dressed
states are stationary states of the atom—field Hamiltonian. Last, we showed how the
specific atom—field Hamiltonians can give rise to coherent and squeezed states of the
radiation field. Now, we turn our attention to multimode quantized field states to
see how the vacuum field can lead to spontaneous decay.
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Problems

1-2. For the Hamiltonian

H =" "[pa — quA(ra)|*/(2mq) + Ve + Hr,

prove that
miy = quE(re) + qulfa X B(ry) — B(ry) X £4]/2
and that
aj +iwja; =i(2eohw;) 2],

where the operators are written in the Heisenberg representation, V¢ is the
electrostatic Coulomb interaction potential, and

Hr =Y hoj (aja; +1/2).
j

§; = (1/VP) / dr e %€ (r),

J) = (1/2) Y quliad(r — ra) + 8(r — ro)ial,

A 172

_ ik ik

Aw =3 (Gomy) (e +ajee™).
In other words, the operators satisfy the Lorentz force equation for the charges
and Maxwell’s equations for the fields, properly symmetrized.

3. For the Hamiltonian given by equation (15.30), introduce the unitary trans-
formation H' = T(¢t)H|[T(¢)]7, with

T(t) = I, exp()ja,» — )»,'aj), A= Ol,-efmft )
Show that, under this transformation, the electric field operator transforms as
E'R,7) = TET' = E4({ei}, R, ) + E(R),

and if the initial state function was the coherent state |{«;}), the new trans-
formed state function is just the vacuum. Consequently, the true quantized
coherent state field can be approximated by a classical field, provided that
the effects of vacuum fluctuations are not important relative to those of the
classical field.

4. Consider a three-level cascade atom interacting with two single-mode quan-
tized radiation fields. The first field drives the 1-2 transition, and the second
field the 2-3 transition. The second field is weak and can be treated in
perturbation theory, while the first field is of arbitrary intensity and is best
treated using a dressed-atom basis. Using a dressed-atom energy-level diagram,
explain why one would expect two resonance peaks (Autler-Townes doublet)
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in the absorption spectrum for the second field, and calculate the positions of
these resonances.

. Draw an energy-level diagram for the first four dressed-state manifolds.
. Imagine that the initial state of the system in the Jaynes-Cummings problem

is [ (0)) = %|1)(|1) + |2))—that is, the atom in state 1 and the field in a

superposition of one- and two-photon states. Assume that § = 0. Find and
plot the probability that the atom is in its excited state as a function of time.
Show that there can never be a complete revival of the system, nor can the
excited-state population be exactly equal to unity.

Choose your own set of parameters to illustrate collapse and revival in the
Jaynes-Cummings model.

. Prove that [H(t;), H(t,)] is a c-number, for H() given in equation (15.68).
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Spontaneous Decay

When you first learn quantum mechanics, you spend a lot of time studying
stationary states of the hydrogen atom, as you should. However, a little later in life,
you find out that these states are not stationary at all. In fact, some of the low-lying
states decay back to the ground state in times of the order of nanoseconds. Clearly,
something was left out in the treatment of the stationary states of the hydrogen atom.
That “something” was the vacuum field. Even though the ether has disappeared, the
vacuum field has remained an essential component of modern physics.

In this chapter, we look at the interaction of the vacuum field with an atom
prepared in an excited state. This is one of the most basic atom-field interactions,
and one of practical importance. We calculate the rate at which the excited state
decays and the properties of the field emitted by the atom.

Suffice it to say that spontaneous emission leads to some interesting problems that
have yet to be resolved. One starts with a perfectly unitary Hamiltonian and ends
up with irreversible behavior. How can this happen? The irreversibility is linked
to the assumption that any radiation emitted by an atom as a result of the atom—
vacuum field interaction cannot come back and excite the atom at some later time. In
terms of field quantization, the equivalent assumption is that the spacing of the field
modes approaches zero or the quantization volume approaches infinity. Even with
this approximation, there are problems with unitarity. Some additional assumptions,
sometimes not rigorously justified, are needed to save the day.

16.1 Spontaneous Decay Rate

Despite the apparent simplicity of spontaneous emission—put an atom in an excited
state and watch it decay—spontaneous emission poses all sorts of mathematical
difficulties. Before considering spontaneous emission, let us first look at the problem
of an atom in its ground state and 7o photons present in the field. It is apparent
from the Hamiltonian (15.29) that this state is 7ot an eigenstate of the system. The
atom can “emit” a photon while going to an excited state. Of course, such a process
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does not conserve energy, so the atom must then very quickly “reabsorb” the photon
and return to its ground state. The overall reaction is reminiscent of a two-photon
transition that begins and ends in the same level, only in this case, the non-energy-
conserving scattering is provided by the vacuum field. The net effect is something
like a light shift, and the energy of the ground state is lowered. Unfortunately, it is
lowered by an infinite amount, as you will now see.

We write the state vector in the interaction representation as

D= Camn (e a3 ) (16.1)

ask, €

where o labels the atomic state, fiw, is the energy of state «, and ., is the
number of photons in the field mode having propagation vector k, frequency wy,
and polarization €. From the Schrodinger equation with the Hamiltonian (15.29),
we find

crolt) = —+ Z et (150 Vap s i e ay,, (2) (16.2)

ozkek

where @ = 1 corresponds to the ground state. The state |1k, ) corresponds to a
one-photon state of the field. To get a slowly varying component for c1,0(¢), we
solve adiabatically for the excited-state amplitude cuyp,  (2), as we did for the Bloch-
Siegert and light shifts. Formally, this can be done using integration by parts on the
evolution equation

Gty (1) = — (0 Ty Var 150 / e’ oo ¢y (1), (16.3)
yielding
1 ei(wa+wk)t
Ca;lk,ek(t) ~ —ﬁm(a; 1k,ek|VAF|1§ O)Cl;o(t) s (16.4)

where Vyg, as given by equations (15.33) and (15.28), is

. hor \ ' ik ik
Vap = —ift- Z <2€oV) (akyekeke’kR — alzekeke ’kR> , (16.5)
k,ék

and fi is the dipole moment operator. We have included only those contributions
to o1y, (£) from ci;0(t), since only these terms lead to a slowly varying amplitude
for Cl;o(t).

Substituting this back into the equation for ¢1,0(¢), we find

[(1; 0| Vap lo; 1ic.e )2
ralt) = 2y Y2 AT bl ) (16.6)

Wy + wp
akek

and using equation (16.5), we obtain

ihého(t) = —hAlcl;o(t) (1673)
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Figure 16.1. Spontaneous emission between two manifolds of levels.

where

1 hog \ [(11ft - €la)|?
Al = — 16.
! h Z (260V) Wy + W (16.7b)

a;k,ek

is the ground-state vacuum field shift or ground-state Lamb shift. When this is
converted to an integral using the prescription

d = (2‘;)3 Z/d3k, (16.8)
k,ex €K

the resultant expression diverges as ~ [ w}dwg. One can get a finite result by taking
into account mass renormalization and by imposing either a relativistic (hky,x = mc)
or dipole approximation (ka0 ~ 1) cutoff, but a proper calculation of the Lamb
shift involves the use of quantum electrodynamic approach. We neglect all Lamb
shifts and assume that they are incorporated into the energies of the states.

We now return to the decay problem and assume that an atom has been excited
to a state |J,, m,) at time ¢t = 0. The notation here is that [, is the total angular
momentum of state 2 and », a magnetic quantum number associated with J,. Of
course, it is impossible to instantaneously excite the atom at a given time, so what
we really mean is that the atom is excited in a time t that is much less than the decay
rate of the system, but much longer than the inverse of the transition frequency. The
interaction of the atom with the vacuum radiation field then drives the atom back to
the manifold of ground states denoted by |]1, 721) (see figure 16.1). It is important
not to forget that it is simply a vacuum field-induced decay process with which we
are dealing, since the algebra can get a little messy.

Initially, the system is in the state |5, 735; 0), with zero photons in the field. The
excited-state amplitude evolves as

. 1 il
62,]2,m2;0(t) — E Zze i(wp—w1)t

k.e.

X(2’5 ]27 m2;0|VAF|17 ]19 ml;kv €k>cl,]1,m1;k,ek(t) ’ (16'9)

where wy is the transition frequency between levels (2, J») and (1, /1), and sums
over m; go from —] to J. We have neglected transitions to states other than state
1, since they are virtual transitions that lead only to contributions to the Lamb shift
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of state 2. A formal solution for the ground-state amplitude is

dt/ la)[< (1)21
10>

0
Ja.ma
X 13 ]19 ml;k’ 6k|VAF|2” ]25 mz; O)CZ,]z,mz;O(t/) N (16'10)

Cl-]Lfﬂl;kfk

When equation (16.10) is substituted into equation (16.9), we find

o @r—w)t

e fomp(t) = ———— > Y /dt/ei(wk_wz")tCz,]g,mg;o(t/)

k.e [, m
x(2, J2,m25 01 Var |1, 1, misk, €)
x(1, J1.misk, €l Varp|2, J5, m50) (16.11)
where we have allowed for transitions to another level J; in the same state 2

electronic state manifold, and w1 is a shorthand notation for w 30
One can try to find a self-consistent solution in which ¢ j; s0(¢') is assumed to

vary slowly with respect to ¢’ so that it can be removed from the integrand and
evaluated at ¢ = ¢. Alternatively, one can guess a solution of the form

CZ.]Z,mZ;O(t) = e_thZ,]z,mz;O(O) ) (1612)

where y is to be determined. Substituting the trial solution (16.12) into equa-
tion (16.11), we find

ve " e 1y mi0(0)

_ Z Z (2, J2,mp; 0| Vap|1, J1, misk, €x)(1, J1, misk, ex| Var|2, J5, m);0)

2 o _ )
Koex [ty B2 [y —i(op — w21)]

x [emlenenlt _ gmyttiont] o) 1 0(0), (16.13)

where w)y is the transition frequency between levels (2, J2) and (2, J5). We now
use equation (16.8) to convert the sum over k to an integral and evaluate the matrix
elements explicitly using equation (16.5). In this manner, we obtain

27r 2 / (260V>

T3y

ye_ytcz,jz,ngo(o)

% Z (2’7 ]27m2|il Ekll, ]15m1><17 ]15m1|’1 ‘€k|2, ]2/,771/2)
o y —ilwp — w1)

x [emtlermenlt — gmrttiowt] o) 4 0(0). (16.14)

The matrix elements depend only on the angular components of k, but not on its
magnitude, so it is possible to first carry out the integral over w, = kc. The integrand
varies as

o}

Pk [ileen) _ e—Vt+iwzz’t] . (16.15)
Yy —i(wp — wr1)
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In principle, the integral over wy diverges for large w,. However, if we impose a
cutoff on the wy, integral based on the range of validity of the dipole approximation,
then the major contribution to the integral comes from a region |wp — waq| ~
y & wy for optical transitions. (The imaginary part diverges, but this is similar
to the infinities encountered in the Lamb shift.) Thus, we can set the w} equal
to w3, remove it from the integral, and extend the wy integral from (0 to co) to
(—o0 to o). These two approximations comprise what is known as the Weisskopf—
Wigner approximation [1]. Setting d*k = w}dQdwy/c® in equation (16.14), and
carrying out the integration over wy in the Weisskopf-Wigner approximation,

we find

1 T 3wyt
Y€2.12m30(0) = ﬁm /Z /kowZ/]e 2
J3.m,

x> (2, Ja.malih - el1, J1, )
€k

x(1, J1i, m|f - €xl2, ], 75)¢2 15 my0(0) (16.16)

where we have used

00 [efi(wrwzl)t _ e*)/tﬂ'wzz’f] )
/ doo . = e Vel (16.17)
oo y —i(op — @21)

and the integral in equation (16.16) is over solid angle d€2; in k space. The
solution (16.16) can be correct only if the term multiplying ¢, ]zf,m/z;o(O)ei‘”Zl’t is
proportional to 87, j;8, m,- We now check this.

To carry out the angular integration, we must write explicit expressions for the
unit polarization vectors. The unit vectors ef) , ef) , and k make up a right-handed
system, with

~

k = sin 0, cos ¢pX + sin O sin ¢y + cos Oz, (16.18a)
e{:) = 9k = c0Ss 0, cOs ppX + cOs O, sin Py — sin 6,2, (16.18b)
6{(2) = dABk = —sin ¢pX + cOS Py . (16.18¢)

It is then straightforward to carry out the summations and integrations in equa-
tion (16.16) to obtain

2 3
SN dd, / dsu[e] [] = S budd,
=—d-d, (16.19)

where we have denoted first and second matrix elements in equation (16.16) by d
and d, respectively.



380 = CHAPTER 16

To proceed further, we write the components of the matrix elements d and d, as
well as those of the dipole moment operator, in spherical form as

~ ﬂx+l/l A~ /lx_i/l ~ ~

=== Ba=T g =i (16.20)
dy +id d, —id
d=-——"—""--2 d,=" dy=d, 16.20b
1 ﬁ 1 ﬁ 0 ( )
such that
d-d=> (-1)%d,d_,. (16.21)
q

We can now use the Wigner-Eckart theorem [2] to evaluate

dq = (27 ]27m2|laq|1v ]1,7’}’11)

1 Ji 1]
— _ 2, M1, , 16.22
= AT 1 g 2] 2, 2l Ja) ( )

dg =2, J5,mlp" 11, J1,m)*

= (_1)!](27 ]2/m/2|/lq|17 ]17 ml)*

1 1
= gl U;l q:,] 2, Ll Jo)* (16.23)
2

where the quantities in square brackets are Clebsch-Gordan coefficients and
2, ollMN1, J1) is the reduced matrix element of the dipole moment operator
between states |2, J») and |1, J1) [2]. It then follows that

1 Y|l ];
;%}—nqdqd-q = 37,51 eI T 3 l ] l 2]

/
g.m my q my my q m,

!
= 57,1\ T L T8y, g3, (16.24)

where the orthogonality property of the Clebsch-Gordan coefficients has been used.
The sum is proportional to 8;, 1,8, m,, giving a result that is consistent with our
trial solution (16.12). Combining alf the terms, we obtain finally

3

4 w
Ll EATECS (16.25)

32/, +1
where aps = e?/(4meghc) is the fine-structure constant, (2, ], |71, J1) is the reduced

matrix element for the position operator, and y, j,;1,j, is the decay rate from state
12, J2) to [1, J1).

2y =ya 1 =
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The decay rate is proportional to the cube of the transition frequency and to the
absolute square of the reduced matrix element. The reduced matrix element is a
measure of the overlap of the initial and final state wave functions. For example,
the absolute square of the reduced matrix element for a harmonic oscillator having
natural frequency wy varies as 72/wg for an n to (n — 1) transition in the oscillator.
Thus, the overall spontaneous decay rate for such a transition varies as #wj. On
the other hand, the nP — 1S spontaneous decay rate in hydrogen decreases with
increasing 7 owing to rapid decrease in the overlap of the wave functions and the
reduced matrix element.

Using the quantized vacuum field, we have derived a fundamental and important
equation for the spontaneous emission rate. The fact that ¢; j, ;0 is not coupled
to 2. 7;my0 for J; # Ja or my, # my can be understood simply in terms of
conservation of angular momentum. States in the excited-state manifold differing
in total angular momentum or the z-component of angular momentum cannot
be coupled by “emitting” and “absorbing” the same photon. We had to invoke
the Weisskopf-Wigner approximation to carry out the calculation. The Weisskopf-
Wigner approximation is incredible in that there is no formal justification for its use
(even if it seems reasonable), yet when used consistently, this approximation results
in overall conservation of probability for the atom-field system.

Up to this point, ] is some generic angular momentum in the state 2 manifold
of levels. In general, an electronic state manifold of levels can contain both fine and
hyperfine structure. The frequency separation of hyperfine levels of low-lying states
is often in the 10s of MHz to GHz range, while fine-structure separations of the first
excited manifolds of the alkali metal atoms are on the order of 1 to 10 THz. In an
LS coupling scheme, a state can be labeled by |, L, S, J,., I, F), where the quantum
number 7 specifies the electronic state, L, the total orbital angular momentum,
S the total spin angular momentum, ], the combined orbital and spin angular
momentum that characterizes a fine structure manifold, I the total nuclear spin
angular momentum, and F the total angular momentum that characterizes a given
hyperfine state. Let H label the total angular momentum of an excited hyperfine
state and G the total angular momentum of a ground hyperfine state. In that case,
equation (16.25) is transformed into

1 3

4 w
o= —aps— (2, [, I, H|r|I1 I, G)|2—HE 16.26
YH,G 305F82H+1|( ,J2, 1 Hlr |1, J1, 1, GY| R ( )

where the L and S indices have been suppressed for the moment.

The quantity yp.c is now the partial decay rate from state H to state G. To get
the total decay rate out of H, one must sum over G. In doing so, one can usually
neglect variations in wpg and replace wpg by wy,;,, since this leads to corrections
that are of the order of the hyperfine splitting over the electronic state splitting (of
order 107°). The reduced matrix element can be expressed as [2]

2,2, L HlIrl1, J1, I, G) = (2, Jallr |1, Jq)(—1)CH

X¢QH+MQG+n{h ! h},

G I H
(16.27)
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where {} is a six-] symbol. Therefore,

1
yi=ic = 3 sersy g LIt JOP2H+1)
G

1L\ 1] e,
2G+1 —2ln
XXGR * ){HIG HIG[ &
4 1 o
== Ll L. 16.28
306F82]2+1 2 12, M7 1L, Tl ( )
Each hyperfine state in a given fine-structure multiplet decays at the same rate, with
corrections of order of the ground-or excited-state hyperfine splittings divided by
the electronic state separation. Equation (16.28) reproduces equation (16.25) for a
state of given J.
This process can be taken one step further to look at different fine structure states
in a state of given L. If we neglect terms of order of the fine structure to electronic
state splitting (typically, 1072 to 1073), then, using the relationship

(2, Ly, S, Jallr 1, La, S, J1) = (2, Laflrll1, Ly)(=1)/r3 40t

1,11,
2 2
x/(2)2+ 1)2]1 + 1) {]1 Sh}

(16.29)
and using the same reasoning that led to equation (16.28), we find

3
4 1 o1,1,

_ 2, Lollr|I1, L)%, 16.30
3UESS T o 12, L2 |l (11, Ly)| ( )

V) =

Each fine-structure state in a given state of orbital angular momentum decays at the
same rate (with corrections of order of the fine structure to electronic state splitting).
We can combine equations (16.26), (16.27), and (16.29) to write the decay rate
VH;G as
3

4 w
YH;G = gO[FS(ZG—F 1)(2]2 —+ 1)(2]1 + 1)|<2’ L2||1,||1’ L1>|2 ;G

2 2
1 I,1L
<t S (16.31)
GIH Ji ST
In this form, it is a simple matter to compare the partial decay rates for transitions
from levels H in the (L, J>) manifold to levels G in the (L;, J1) manifold.

16.2 Radiation Pattern and Repopulation of the
Ground State

Having calculated the decay rate, we now turn our attention to the spectrum of
the emitted radiation and to the rate at which the ground state is repopulated by
spontaneous decay. Note that the atomic dipole moment, proportional to Re g1,
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equals zero at all times in this problem since the atom is in a superposition of states
11, J1, my;k, €) and |2, ]5, m12;0), for which g1, = 0. The fact that the atomic dipole
moment vanishes implies that the average field emitted by the atom also vanishes,
where the average is a quantum-mechanical average over a number of identically
prepared systems. Since we start in an excited state with no well-defined phase, it is
not surprising that the average field vanishes. As you will see, however, even though
the average field vanishes, the radiation pattern of the field intensity can be the same
as that of a classical dipole oscillator, in certain limits.

16.2.1 Radiation Pattern

The calculation of the radiation spectrum begins with the expression for the
amplitude to be in the ground state with a photon of type k, €, in the field. This
amplitude is equal to [see equations (16.10) and (16.12)]

1
Cl,]],ml;k,ék(t) = 7<1’ ]15 ml;k’ €k|VAF|2‘7 ]2’ m2§ O)

XZ/ dt' el el gt 2, | 0). (16.32)

In this expression, | can be considered to be a generic angular momentum; the
calculation is valid equally for transitions between manifolds of hyperfine-or fine-
structure states. However, we restrict the discussion to transitions between a single
excited-state and a single ground-state manifold, with w;; the transition frequency
between these manifolds of levels.

The radiation emitted by the atom is characterized by the frequency spectrum,
angular distribution, and polarization of the radiated field. Information about all
these quantities is contained in the probability |c1 j, m k. (00)]%, since this quantity
represents the probability that the radiation is found in mode k, € after the excited
state has decayed. Thus, [c1,}, ke (00)1* (wf/c?) dwpdS is the probability that
the photon has frequency between wy, and wy, + dwy, and is emitted with polarization
€ in an element of solid angle d2; around the direction k. The normalization is
such that

(2:)3/0 (wg/é)dwk/dszkzz|cl,,l,ml;k,€k(oo)|2 =1. (16.33)

We define the spectral density dli ¢, (2, J251, J1)/dwpd2; for the J»; 1 transition
as

Vwi
8m3htc3

dle, (2, 231, J1)/derdQu = (0 /%) Z €11, ke (00)]F =

Z (2, J2,my; 01 Vap |1, J1, mysk, €) (1, 1, misk, €| Vag|2, J2,m250)
(wp — @21)* + (v2/2)?

ml,mz,m’z
XQZ,]z.mz;l]z,m/z(O)' (1634)

The spectrum is Lorentzian if the w;’s appearing in the matrix elements and the w?
multiplicative factor are evaluated at w, = wy;. In fact, the normalization given
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by equation (16.33) is valid only if all multiplicative values of w; appearing in
equation (16.33) are evaluated at w, = wyy and if the integral is extended to —oo. In
some sense, one maintains unitarity only if a Weisskopf-Wigner-like approximation
is also used for the radiated field intensity.

The product of matrix elements and the initial density matrix determines the
angular distribution of radiation, on which we now concentrate. We evaluate the
matrix elements explicitly using equation (16.5), integrate over wy, and use equation
(16.25) to define the angular distribution as

dlk,ek(Z,]z;l,h)/dQ/e:/ dopdly e (2, ]251, ]1)/dwrd
0

3
=57 2L +1) > A,y (0), (16.35)
mz,m’2

where

_ Slac oo m) (e Juomlpllem)” g

Ayt -
o [(Jullll]2) 12

and some indices have been suppressed. This definition is consistent with a
normalization in which

Z/dgzk [dhce (2, J23 1, J1)/dS%] = 1. (16.37)
€x
To evaluate the matrix elements, we write
1
e-f=> (-1)e_gi,. (16.38)
p—
where
€x + i€y
€ =— , (16.39a)
;)
€x — 1€y
€1 = , (16.39b)
T2
€ = €, (16.39¢)

with similar equations for the spherical tensor operators fi,.
Writing € - ft in this form allows us to use the Wigner-Eckart theorem to obtain

A, = 3 (—1)7e_y ()" []2 1 ]1] []2 1 ]11

oyl 21 +1 my q my| |my q' m
_ Z c(eg) |1 | [ 1] (16.40)
o 2L 1 g my | |my g ) ) '
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By combining this equation with equations (16.35), we find

3 1
Al e (2, J231, J1)/dS% = . Z e []1 ]2]

m.q.q' mynt " q "
]1 1 ]2

In effect, this equation determines how the initial excited-state polarization,
represented by density matrix elements 0}, ,./,.m (0), is transferred to the radiated
field. Consider first the limit where the initial state is unpolarized

1
0Js.mysa.m, (0) = mamz,m’z .

mi,q.q',m myqmy| |my q m

1 « 1 21
= 8r Z ¢ (eq) l—ﬂﬁ qu] [ manq]

mi,q,q'

1 1
= 55 D €aleq)'Bag = gD legl = g. (16.43)
a.9 q

(16.42)

In this case,

3
dlee (2. ] 1 JO)/du = Y &T(eijgei)l

As expected, the emitted radiation is unpolarized and isotropic in this limit, since the
initial atomic state is unpolarized. The integral of (1/87) over solid angle, summed
over the two independent polarizations, equals unity.

Next, consider a polarized initial atomic state and a J; = 0, J, = 1 transition.
From equation (16.41), we find

dle (2,151, 0)/dQpk = €m, €5 0J5.m3302.m0,(0). (16.44)

Not surprisingly, the angular distribution and polarization of the emitted radiation
depends on how the initial state was prepared. If a z-polarized field is used to prepare
the atom in the 72, = 0 sublevel, then

0,3 )21, (0) = Sy 081,05 (16.45a)
and
3 2 3 2
dlie(2,151,0)/dQ, = 3, Lewdol™ = o [(ew):]” . (16.45b)
T 8w

For a given direction k, there are two independent polarization directions given by
equations (16.18b) and (16.18c¢). For these polarization components, we find

(). = (B1), = —sin 6y, (16.46a)
(€)= ($): = 0. (16.46b)
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Therefore,
3,
dl5,(2,151,0)/d = 3, S B (16.47)

polarized in the ef{l) or 6y direction. The angular distribution and polarization is
identical to that of a classical radiating dipole aligned along the z axis, even though
the dipole moment of the atom vanishes identically. It turns out that this result is
unique to a | = 0 — 1 transition.

Suppose, instead, that the atom is prepared in the 7, = 1 state using a circularly
polarized field, 07, ,;7,.1,(0) = 81y, 18,,.1- The radiation pattern is given by

2
3 3 [few):]” + [(er)
dIk,ék(zv 151, 0)/ko = o_ |(€k)1|2 = o [ y} (16.48)
8 8 2
Therefore, the intensity of the 6y polarization component is
(0% 4 [eD]? 29
dl; (2,151,0)/d2% = '] . " _ COSZ k (16.49a)
and that of the ¢, component is
[+ [ 1
R . —Lx y I
dl 4 (2,1;1,0)/d2, = 5 =5 (16.49b)

For 6, = 0 or =, the intensity in both components is the same, a result consistent
with circularly polarized radiation.

To prove that the field is circularly polarized, we need an alternative expansion
for the vacuum field. In the decomposition of the free quantized electric field, we
took ef(l) = 0y and ef) = ¢, to be real, corresponding to two independent linear

polarizations (B x ¢y = k). We could just as well have used complex €’s defined by

L g xie) b tig,

€ = 16.50
N AN 620
The field is then written as
, hor \'? M) kRt (L) —ikR
Er(R)=i Y <2€OV> N GO P (16.51)

k=%

where ay, is a destruction operator for photons having polarization €. As is

shown in appendix A, for field propagation in the k direction, € correspond to the
polarization of left and right circularly polarized photons, respectively. In calculating
the emitted field (as we do in chapter 19), one finds that, for radiation emitted
parallel to the z axis, one circular polarization component only of the field is created
if the atom is prepared in either sublevel m2 =1 or m = —1.

For a somewhat more detailed discussion of the manner in which the radiation
pattern is linked to the fields that create the initial density matrix and for transitions
other than J; = 0, ], = 1, see the discussion in appendix B.
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16.2.2 Repopulation of the Ground State

Although the probability that the atom radiates into one specific mode of the field is
negligibly small, it is a sure thing that the atom returns to the ground state as a result
of spontaneous emission when we sum over all possible modes of emission. The
repopulation of the ground state is of critical importance in the processes of optical
pumping and sub-Doppler laser cooling to be considered in the next two chapters.

To calculate the rate at which the ground-state sublevels are repopulated, we sum
over all modes of the emitted ﬁeld—namely,

O1 it g (1) = ch Jrmdeen8)EE 1 goe (1) (16.52)
kEk

You might think that only diagonal elements of the ground state are repopulated,
but, in general, both diagonal and nondiagonal ground-state density matrix elements
are repopulated. Substituting equation (16.32) into equation (16.52), we find

C 7 i(wp—wp1)t 1 —i(wp—w
01, 7ymist. 1. () =2 dtZ Z / dt'e 2 /dt 21)

k.ex my,mt,

x (1, J1, my; K, €| Vap|2, Jo, ma; 0)(1, J1, w5 K, €kl Var|2, J2, m);0)*
XCZ,]z,mz;O(t/)cz.]z,m’z;o(t//)- (16.53)

The sum over k is transformed into an integral using the prescription (16.8). As
in the calculation of the spontaneous decay rate, the integral over k leads to a delta
function, §(¢' — t”), in the Weisskopf-Wigner approximation. Evaluating the matrix
elements and summing over angles and polarizations as we did for spontaneous
decay yields

. 2,J2.ma32, 2.1,
01 Jumst o () =D Vi et T, €2 o (8) (16.54)
my 1w
2,]2,m232, ]2 ,m
where the transfer rate y, i I, W/ is given by
222 oty Il |11]:
Vi T, = Y2510 zq: |:m1 q m m/l q m/2 . (16.55)

Both population and coherence (off-diagonal density matrix elements) can be
transferred to the ground state from the excited state via spontaneous decay. The
selection rule (my — my) = (m, — m}) is a statement of conservation of the z
component of angular momentum.

If we look at decay from a specific excited-state sublevel m1,, the partial decay rate
to a specific ground-state sublevel 7 is given by

ViJumitJume = V2D5LI0 gy s — gy

2
2, J2,m232, ]2, []1 1 ]2} . (16.56)

The partial decay rate divided by the total decay rate defines the branching ratio
for the (]2, my; J1, my) transition. The branching ratio is simply the value of the
Clebsch-Gordan coefficient squared.
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For an arbitrary excited-state density matrix, equation (16.54) is not all that
transparent. Additional physical insight can be obtained with a change of repre-
sentation. In some sense, the 2 representation is not a natural one for spontaneous
decay. If we expand the density matrix in an irreducible tensor basis with matrix
elements defined by [2]

o8(J. J3) = S (1) []2 I3 g] O st (16.57)

K0 my —nty
we can use equation (16.80) in appendix B to show that

oS 0 =mh 08U T2, (16.58)

where the multipole decay rate

K J2 2 K
;,2{];1’]1 = (=R, 4 1) {]1 I } Y2, 01,01 (16.59)

is independent of Q. The quantity in curley braces is a 6-] symbol. In an irreducible
tensor basis, each Qg(], J ) has properties that are well defined under rotation. Under
rotation, the total angular momentum K is unchanged, but the z component Q can
change. However, on average, spontaneous emission acts as a scalar under rotation,
so it changes neither K nor Q.

Although you may not have a lot of experience using the irreducible tensor basis,
there is no need to fear it. It is a simple matter to write computer programs to
convert from the m basis to the irreducible tensor basis. Moreover, you can see
from the discussion of spontaneous decay that the irreducible tensor basis can offer

distinct advantages. From equation (16.54), it would appear that one must specify
2,]2,m252, 2,11,

[(2]1 + 1)(2]2 + 1)]? values of VLTt o, €O characterize the repopulation. The
symmetry properties of the Clebsch-Gordan coefficients reduces this somewhat, but
the number of independent decay parameters is not all that obvious. However, it
is clear from equation (16.58) that the number of independent decay parameters is
min[(2]; + 1), (2], + 1)], quite a reduction from [(2]{ + 1)(2]> + 1)]*.
For reference purposes, the Qg(], J) are listed here for ] =1/2 and | = 1:
=12

1
Qg = ﬁ(Q%% + Q_%_%), (16.60a)
1
o =ley ey (16.60b)
Q1 =—01_1 (16.60c¢)
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J=1
0 1
Q = ﬁ(Qn + 000 + 0-1-1) (16.61a)
1
0 = ﬁ(gu —0-1-1), (16.61b)
1
01 = —ﬁ(mo +00-1), (16.61c)
1
05 = ﬁ(Qn +0-1-1 —2000) s (16.61d)
1
o1 = —ﬁ(mo — 00-1), (16.61¢)
03 =01-1, (16.61f)
with

05 =(-1)2(%y)". (16.62)

The density matrix element 0J(J, J]) = 1/(~/2] + 1) is proportional to the total
population, of (], J) depends on differences of populations, while Qg(], J), with
O # 0, depends on Zeeman-level coherence (off-diagonal density matrix elements
in the m basis). Since the Qg have well-defined properties under rotation, they can
be associated with the multipole moments [e.g., magnetic dipole (K = 1), electric
quadrupole (K = 2)] of a given state.

16.3 Summary

We have considered the interaction of the vacuum field with an atom that has been
prepared in an excited state. The rate of spontaneous emission, the radiation pattern,
and the manner in which the ground state is repopulated have been derived from first
principles. Aside from some slight embarrassments involving infinite-level shifts and
the use of the Weisskopf-Wigner approximation without formal justification, we
arrived at results that are consistent with conservation of energy and probability.
In the next chapter, we will see how the combined action of spontaneous emission
and a weak driving field modifies the ground-state density matrix. A method for
including spontaneous emission in atom—field interactions using an amplitide rather
than a density matrix approach is given in appendix C.

16.4 Appendix A: Circular Polarization

There can be some confusion when one considers the selection rules for circular
polarization. The origin of the difficulty is that circular polarization is defined
relative to the propagation vector of the field, while the magnetic quantum numbers
are defined relative to the quantization axis. One can always choose the quantization
axis along the propagation direction of a field, but this may not be particularly
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convenient, especially if there are several fields incident or if there is a constant
external magnetic field present. In this appendix, we choose the z axis as the axis of
quantization and consider fields propagating in either of the £z directions.

For a classical monochromatic field, the field amplitude is

1 .
E(Z,t) = EEo.::e““ +cc., (16.63)

where
B =%xkZ — ot +«a, (16.64)

a is a constant phase, Ey is a real field amplitude, and € lies in the XY plane and
can be complex. Note that € real corresponds to linearly polarized light. For light
propagating in the 4+2 (—z) directions, one takes the 4 (—) sign in equation (16.64).
It is convenient to write the polarization in a spherical tensor basis as

1
€ = (—1)Te_q€,, (16.65)
q=—1
with
€y i€
w=F 5 2, (16.66a)
€ = €, (16.66b)
and
. X +iy
€ = N 16.673
+1 = F ﬁ ( )
é=1%. (16.67b)

For k in the £2 directions, ¢y = 0. Let us look at some examples:
€x = Cos ¢; €, = sin ¢. In this case,

E(Z,t) = Ep (Xcos¢ + ysing) cos B. (16.68)

The radiation is linearly polarized at an angle ¢ relative to the x axis.
€x = 1/3/2; €y = i/+/2. From equations (16.63) to (16.67), we find

€1 = 0, €_1 = 1,
e=—¢& = (X+iy)/V2, (16.69)

and

1 X+ 1V .
E(Z,t) = on <X;zlye”3 +c.c.)

1
= —Ey(XcosB —ysinp). 16.70
Nk ( B —ysin ) ( )
This field corresponds to circular polarization.
Left circular polarization (LCP) radiation has angular momentum directed along
its propagation direction. When viewed head-on with the radiation approaching
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you, the polarization vector has constant amplitude and rotates in a counterclock-
wise direction. Right circular polarization (RCP) radiation has angular momentum
directed opposite to its propagation direction. When viewed head-on with the
radiation approaching you, the polarization has constant amplitude and rotates in a
clockwise direction.

To determine the polarization of the field (16.70), we set Z = 0 to see how the
polarization evolves in time. For Z = 0, 8 = (—wt+«a), and equation (16.70) reduces
to

E(0,%) = \/12150 [X cos (wt — a) + ysin (wf — «)]. (16.71)
The field polarization vector rotates in a counterclockwise direction with constant
amplitude in the xy plane. Such a field corresponds to LCP if k = kz and RCP if
k = —kz. In both cases, these fields induce Am = +1 transitions on absorption
and Am = —1 transitions on emission, (as is discussed later in this section). Such
fields are referred to as having o polarization or, simply, as o, radiation. Thus, o

radiation can be either LCP or RCP, depending on the direction of propagation.
€x = 1/3/2; €, = —i/+/2. From equations (16.63) to (16.67), we find
eg=—-1; €41=0,

=é = (X—iy)/V2, (16.72)

—_

N>

and

E_— E Zﬂ L.
3 0<«/_ e +cc)

= ;EEO (xcos B+ ysinp). (16.73)

The field polarization vector rotates in a clockwise direction with constant
amplitude in the xy plane. Such a field corresponds to RCP if k = kz and LCP if
k = —kz. In both cases, these fields induce Am = —1 transitions on absorption
and Am = +1 transitions on emission. Such fields are referred to as having o_
polarization or, simply, as o_ radiation.

To derive the Am selection rules alluded to earlier, note that the interaction is of
the form V = —ji - E. On absorption from state 1 to 2, the amplitude equation in
the interaction representation is of the form ¢, = Vp1e/“?''¢cq, where V51 is a matrix
element. Therefore, we must take the part of the field varying as e~ in the RWA,
which is proportional to €. From equations (16.63) and (16.64), we deduce that the
V51 coupling term varies as

E- =" (1) g1, (16.74)
q
where
flor = Flf, £if,)/V2, (16.75a)

fio = fL.. (16.75b)
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Thus, for absorption from state |1, J1,771) to state |2, J», 1), the transition
amplitude is proportional to

(2, J2,mal Y (= 1)Te_giigI1, J1, m)
q

D (1) €-q Ji1 ]
=S i o B R e

From the properties of the Clebsch-Gordan coefficients, it follows that ¢ must be
equal to 7 — my = Am, or else the Clebsch-Gordan coefficient vanishes. If Am =1
(a o, transition), the coupling term vanishes unless €_1 # 0.

On emission, we must take the part of the field varying as ¢’“* in the RWA,
which is proportional to €*. This gives a term varying as €*-fi; as a consequence, for
emission from state |2, [, m,) to a state |1, J1, mp — 1), we require (¢€1)* # 0, which
is equivalent to having €_; # 0. Therefore o, radiation has [e_1| = 1, ¢; = ¢y = 0,
¢ = £(X 4 iy)/+/2 and drives Am = 1 transitions on absorption and Am = —1
transitions on emission.

This is an expected result. Light propagating in the Z direction has angular
momentum along  if the polarization is LCP, é = +(X 4 iy)/+/2. If one photon
is absorbed from this field, the angular momentum of the field decreases along z, so
the angular momentum of the atom must increase.

Similar arguments can be used for o_ radiation. To summarize the results, we find

e o, radiation: € = +(X + iy)/v/2, €; = £68,,-1; LCP k = kz; RCP k = —kz.
o o_ radiation: é = £(X — i§)/v/2, ¢, = F8,4.1; LCP k = —k2; RCP k = ka.

16.5 Appendix B: Radiation Pattern

We can generalize the results for the radiation pattern somewhat by allowing
for several initial and final hyperfine states. We label the ground-state angular
momenta by G and the excited-state angular momenta by H. If the frequency of
the emitted radiation from the various excited to ground hyperfine states is resolved
by the detector, we would have to consider each H; G transition separately. If the
frequencies are not resolved, we must trace over final ground hyperfine states and
average over initial hyperfine states. For the moment, we assume that the emission
frequencies are not resolved and allow for the possibility that the atom is prepared
in a linear superposition of several excited-state hyperfine levels.
The generalization of equation (16.41) is

, 3 «[G1H
dlce /dQun = dlce (H. H; G)/dQy = s (eq) [ml . mz}
G
G1H
X |:m1 q/ m/2:| QH,mz;H’m’z(O)a (1677)

where the electronic state labels are suppressed, and we introduce a summation
convention in which all repeated indices on the right-hand side of an equation are
summed unless they also appear on the left-hand side of the equation.
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A “natural” basis for the density matrix is the irreducible tensor basis defined by
equation (16.57), whose inverse is

O H,my; Hiniy = (=1)H=rm LZ _ZI; g QQ(H H)), (16.78)
such that
Lo, /AU = %eq (eg)" (—1)H-m [ﬂfl ; ’Z]
= VRH+ D2H + 1), (eg) (~1)H [nfl Z Cﬂ LZZ nfl ;]
[ZZ _IZQ _KQ] (1) OO (H, H') . (16.79)

Using the fact that [2]

G H p||Js G ||l Hni (—1)H+M:
My =M, m3 | | Mz My my | | Mz My my

= [(2]1 + 1)(2]2 + 1)]1/2 (_1)le+m3(_1)27'1+H+]3

o2 3| g2 g3
x |:—m1 my WZ3:| {G H]g}’ (1680)
we find
dlie, /d% = (87) " /32K + 1) 2H+ 1)2H + 1)(-1)°"H e, ()"

K111 (K1 1) « ,

— <_1)G+H+K€q (e_q/)* |:1 1/ K:|

949 Q

x(=1)7 {Ié bt é,}gg(H, H)). (16.81)

As in many problems involving addition of angular momenta, it proves useful to
define a coupled tensor basis by

11 K] (16.82)

K ,
ey =(—1)7¢, (e_y , ,
0= (e-g) {q q QO
that allows us to transform equation (16.81) into

3
87

dlie /dQ2 = (—1)CHHHK JOH+1)2H +1)

2G i
g{ b } (H, H). (16.83)
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Each spherical component of the initial state density matrix leads to a corresponding
spherical component of the radiated field.

The coupled tensor components eg are given by equation (16.82) in terms of
the spherical components €, of the unit polarization vectors. For each propagation
direction, there are two independent polarization directions, conventionally chosen

in the 8y and @, directions. Thus, we take (dropping the k subscripts)

Ky — (1)@ (D) [T 1K
€olf) = (—1)7¢, (e,q) {q 70| (16.84)
KiGy— (_1)de@ (@) [T TK
eb(®) = (-1)7e? (%) ng, (16.85)
where, using equations (16.39), (16.18b), and (16.18c), we have
1 cosfeti?
ELJ::¥“ZZ§‘7’ (16.86a)
el = —sing, (16.86b)
- +id
2 e
6;32'_,¢E : (16.87a)
ey =0. (16.87b)

As a consequence, equations (16.84) and (16.85) become
Ky — (e (M) [T 1K
eKiB) = (—1)7¢! Gw)[qqg

3o
Jcos?0e 2985 5 — 1sin(20)e 7?50

+ + <\/§sin29 - \/Ec0529> 80,0 Sk (16.88)

+3 sin(20)e’?8g 1 + 5 cos? 0?5,

and
eg(fi)) = (—1)"/6;2) (e(f;)* [611 ;/ g}

1 5 1 _2i¢8 +\/T5 +1 2i¢8 8
=—— — | ze . - —e .
\/g K.0 P 0.-2 6 0.0 5 0.2 K.2
(16.89)

We now look at some examples in which we take H = H'—that is, we assume
that the atom is prepared in a given hyperfine excited-state manifold. Moreover, we
assume that there is only a single final state G.
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16.5.1 Unpolarized Initial State
If the atom is prepared in an unpolarized initial state,

oo(H, H) = (16.90)

1
VT

one can use the fact that

110 _ (_1)H+G
{H o G} = BeieT (16.91)

to obtain
H+G

_ 3 q\G+H o_(=1)
dlice /2 = ¢ (=) /(2H + 1)eg T

€ (6 ,)* |:]. ]. 0:|
8 9 \~—9q q q/ 0

1 , 1
_Q;kﬂ =5 (16.92)

The radiation is unpolarized and isotropic, as expected.

16.5.2 z-Polarized Excitation

To examine other initial conditions, we need to specify Qg(H, H). The initial state
density matrix elements Qg(H, H) are created by the external excitation fields. In
perturbation theory, one can show that the values of Qé(H, H) are determined by
the coupled tensor eg(i) of the excitation field according to

0o(H. H) oceKQ(i){}q}qIé} . (16.93)

This result can be derived using the formalism presented in the following chapter.
Combining equation (16.93) with equation (16.83), we find an (unnormalized)
radiation pattern given by

dlie,/du = (—1)KeKeX (i 11K’ 16.94
A T IR A (16.94)
For a z-polarized light field (¢; = 8,,0), we can use equation (16.82) to calculate

1 2
eXi) (—5 + -5 >3 , 16.95
olf) NG K.0 NG K2 ]800 ( )

which implies that

1 2 11K\°
dlie, /du = € (_\/?(SK’O + \/351(,2> {H o G} . (16.96)
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Figure 16.2. Decay from H = 1 to G = 0 for excitation with linearly polarized light.

Using equations (16.88) and (16.89), we then obtain for the two polarization
components of the radiated intensity

. 1110\ 2/.,. 1 11 2)°
dI(0)/dQ2, = 3 {H H G} + 3 (sm 0 — ECOS 0 HHG (16.97)

. (110> f112°
dIi(¢)/d = 3 ({H H G} - {H o G} ) i (16.98)
These equations are the principal result of this appendix.
For G =0, H =1, equations (16.97) and (16.98) reduce to

and

R 11 2 1 1
dL(0)/dQp = == + = <sin29 — — cos? 9) —

3973 2 9
=i(1 +2sin29—cos29)=1sm29 (16.99)
27 9 '
and
R 1/1 1
I u==-(--=)= 16.1
dli(¢)/d 3 <9 9> 0, (16.100)

respectively. The field is polarized in the @ direction, as was found previously.
In general, however,

; Llfr1o® fr12\%), ., /112
dI(0)/d2y, = 3 ({H o G} - {H H G} + sin“ 0 {H H G} (16.101)
and
. L1110 112\
dIi(¢)/dy = 3 ({H o G} - {H i G} . (16.102)
Since the lead term in equation (16.101) is identical to equation (16.102), there is, in
general, an isotropic, unpolarized background term, in addition to the #-polarized
term that has a sin® 6 dependence.
For G = 0 and H = 1, the isotropic background term is absent owing to a
cancellation of the 6-] symbols. In this case, all emission is back along the 72y = 0
to my = 0 excitation path (see figure 16.2). This may explain why we recover a

simple dipole radiation pattern corresponding to a classical dipole oscillating in the
Z direction.
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Figure 16.3. Decay from H = 2 to G = 1 for excitation with linearly polarized light.

On the other hand, for G = 1 and H = 2, spontaneous emission is no longer
confined to Am = 0 transitions, as it was on excitation (see figure 16.3). This
explains why the simple linear dipole pattern is lost and there is an isotropic,
unpolarized contribution to the radiation pattern. There is no ¢ dependence in the
signal owing to the axially symmetric (z-polarized) nature of the excitation process.

16.5.3 Other Than z-Polarized Excitation

Other initial field polarizations can be considered in a similar manner using
equation (16.94). For example, for o polarized light (¢, = 8,4,-1),

k(i) = - <J§5K,o - leam + jgsk,z> 500 (16.103)
and
Al /dQ% = —€f <;§5K,o - jzsm + jg‘”“) {11{ 11{ Ié}z (16.104)
such that
A 1110 1(112 1., (112
dI(8)/dSy = 3{HHG} +6{HHG} ~ 5 sin e{HHG} (16.105)
and

A 1(110)> 1(112)?
dIk(¢)/ko=3{HHG} +6{HHG}. (16.106)

16.6 Appendix C: Quantum Trajectory Approach to
Spontaneous Decay

In chapter 3, we said that it was necessary to use a density matrix approach to
account for the “in” term in spontaneous emission, 91, = y2022. However, it is
possible to use an amplitude approach if one uses a quantum trajectory or Monte
Carlo technique [3]. Since this method has received increased attention in the last
few years, we give a brief introduction to the ideas behind such an approach.

The method works because spontaneous emission can be considered as a quantum
jump process owing to the fact that the correlation time of the vacuum field is so
small (<1071 s in the optical region). Thus, one can assume that quantum jumps
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occur according to some random algorithm and then average over a large number
of possible histories.

The basic idea is to look at the wave function and density matrix at time intervals
separated by &¢. We consider only a two-level atom. At a given time, the wave
function is of the form

|W(t)) = a1()|1) + ax(t)|2) (16.107)
and is assumed to evolve under the non-Hermitian Hamiltonian
0 0
H=H + (o _ihy> , (16.108)

where y = y,/2.
In a time interval 8¢ small compared with (Rabi frequencies)~!, (detunings)~!,
and y, !, the probability dP for spontaneous emission is

dP = y»|as(t)8t. (16.109)

We now choose a random variable € uniformly distributed between 0 and 1. If
€ < dP, no emission occurs, and we set

<1 - ;H&) (1))
Wt +80) = G s s (16.110)

In other words, we allow the system to evolve according to the Hamiltonian H, but
renormalize the state vector for the system. On the other hand, if ¢ > dP, emission
occurs, and we set

[W(t+d2)) = 1), (16.111)

that is, we restart the atom in its ground state. Note that
(Ut + 88) W (t + 82)) = (W(2)] (1 + ;H"'8t> (1 — ;H(St) W (1))

%<wunwu»—yxwun<oo)|W(»
=1—ystlar(t))>* =1—dP. (16.112)

Now we construct the density matrix at time (¢ + §¢) using

— £ Hot) [w(e) (W)l (1 + £ H'st)
1—dP

where Py(8t) = (1 — dP) is the probability of no emission in time §¢ and the “line”
denotes averaging over different histories. From equations (16.108) and (16.113),
we obtain, to order §t,

o {an a3 fan 39 « (3 ]

+yalax(2)28t(1)(1] (16.114)

ot +6t) = Po((St)( +dPy(1], (16.113)
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or

. 1
o(t) = - [Ho. a(t)] - % [012(ONT) (2] + 221 (2)12)(1]]

=202, (1)12) (2] + 2055 (1) 1) (1], (16.115)

which is identical to the optical Bloch equations.

Thus, one can use amplitude equations for a number of histories and then form
density matrix elements. The advantage is that for # coupled amplitude equations,
one need solve only 7 equations (for a number of histories) rather than #* equations
for a single history. This method is especially useful if one has to use a quantized
description of the center-of-mass motion, since the number of quantized motion
states that must be included can become very large.

Problems

1. Estimate the 2P-1S decay rate in hydrogen and also the 2S-2P decay rate.
You will need to look up the wave functions and frequency spacings of these
levels.

2. Use equations (16.28) and (16.29) to estimate the ratio of the decay rates for
the D1 and D2 transitions in Na.

3. Consider spontaneous emission from state |2, J,) to state |1, J1) in an ensemble
of independently decaying atoms. Calculate the radiation pattern as a function
of k and the polarization defined by € = cos(y)0 +sin(y) e, assuming an initial
density matrix (]2, 7l0|J2, 71,) for the atoms. The unit vectors § and é are
defined relative to the direction of emission k. For an unpolarized initial state,
(Jo,mal@l ]2, my) = (2]2 + 1)’18,,12.,,,/2, show that the radiation in any direction
is unpolarized (that is, the radiated intensity is independent of ¥ for any 0
and ¢). For J; = 0 and J, = 1, show that the radiation emitted in the z
direction is consistent with circularly polarized radiation if (], m|e| ]2, m,) =
(sz,l(sm’z,l-

4. Prove that

S
[

i i

2
( w] 5. _ 8« ,
;/dgklZ{ekMLdiZ[ekk}/d,-_32
5. Prove that

> 2, Jamaldin, Jo, i) - (1, J1,mld12, ], )
12, Jaldi, TP
B 2, +1

S 815,75 -

. Derive equation (16.54).

. Use equation (16.80) to derive equation (16.57) from equation (16.54).

. Use perturbation theory and equation (16.80) to derive equation (16.93).

. Write a program to calculate density matrix elements in the irreducible tensor
basis, given the density matrix elements in the 7 basis. Use your program to
verify equations (16.60) and (16.61).

O 0 N O\
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10.

11.

12.

= CHAPTER 16
If we look at the spontaneous emission problem for a single excited state and

a single ground state and neglect polarization effects, the equation for the
excited-state amplitude for ¢ > 0 can be written as

1 [e%e} t
b= 5 / do /0 417 () expl—ilw — wo)(t — £)]es(t)

where
() = n(o/w)’ >0,
V2= w<0.
Set
1 o0 ~ .
nin = 5= [ dopse)espl-io - o]
T Jo
such that

—/0 dt va(t)ea(t — 1)

Solve this equation by Laplace transform techniques to obtain an integral
expression for c;(t). What assumptions are then needed to arrive at an
exponential decay law?

Suppose that at # = 0, an atom is in the linear superposition of ground (G) and
excited (H) states

Zcm(, ) ;0 +ZCmHO ) |3 0) e~/ 1

with no photons in the field. The system undergoes spontaneous emission such
that the state vector at any time is

Zcmc, ) 1mG50) + > Cmio(t) mps; 0) e

my

+ Z Cmese, (2) [mcs ks ) e/

mg,k;

Show that the density matrix element (in this interaction representation) decays
as

YH
TQmeH .

Qm(;mH = -
(Note: This is a problem with a two-line solution.)
An atom undergoes spontaneous decay with a central wavelength of 600 nm
and a lifetime of 100 ns. Estimate the Rabi frequency if the field from this
atom interacts with a similar atom 1cm away. If, instead, the single-photon
pulse can be focused to an area of A> when it strikes the atom, show that the
Rabi frequency is of the order of the decay rate and the pulse area is of order
unity—that is, a single-photon pulse focused to a wavelength can fully excite
an atom.
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Optical Pumping and Optical Lattices

17.1 Optical Pumping

In 1950, Alfred Kastler proposed optical pumping [1] as a means for using optical
fields to transfer internal state angular momentum to atoms. For his discoveries,
Kastler was awarded the Nobel Prize in 1966. Optical pumping refers to a process
in which the combined action of (1) stimulated absorption and emission produced
by optical fields and (2) spontaneous decay results in a polarized ground state.
[A polarized ground state is one in which 0 7 7# Smm /(2] +1); in irreducible
tensor language, Qé #8k,080,0/(2]+1)/2.] Actually, as has been stressed throughout
this book, one cannot really represent the scattering of a cw field by atoms as
absorption followed by spontaneous emission. The entire process is one in which
the incident field is scattered into previously unoccupied modes of the vacuum field,
resulting also in a modification of the ground-state density matrix of the atoms.
This should be kept in mind, even if we use the terms absorption and spontaneous
emission in this chapter.

Although the density matrix equations can get algebraically complicated, the idea
is simple. As an example, consider transitions between a G=1 ground state and an
H =0 excited state driven by a z-polarized field (figure 17.1). (In all examples and
calculations, we limit the discussion to a single ground-state hyperfine level having
total angular momentum G and excited state having total angular momentum H.)
The dipole selection rules are Am = +1, 0, with Am = 0 forbidden if G=H and G
is integral. For the level scheme of figure 17.1, optical pumping results ultimately in
steady-state populations

1

0.0=0, 0 1-1=0n= 7 (17.1)

and moreover, the atom is decoupled from the field. In this case, the ground
state becomes polarized, but the expectation value of the z component of angular
momentum is equal to zero. A linearly polarized field has no intrinsic or spin angular
momentum associated with it [2]. It can transfer linear momentum to the atom’s
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2 G=1

Figure 17.1. Optical pumping in a G=1 to H=0 transition with z-polarized excitation.

Figure 17.2. Optical pumping in a G = 1 to H = 2 transition with o -polarized excitation.

center-of-mass motion, but this does not result in a net transfer of internal state
angular momentum.

As another example, consider a G=1, H =2 transition driven by o circularly
polarized radiation (figure 17.2). Optical pumping results in a final state in which
ground-state density matrix elements 0_1._1 =000 =0, and the field ultimately drives
transitions in a “two-state” atom between levels G=1,mc=1 and H=2, mpg=2.
Thus, optical pumping constitutes an important tool for reducing a multilevel atomic
scheme to that of an effective two-level atom. As such, optical pumping is often used
in a preparatory stage in many experiments. In this example, optical pumping results
in a transfer of the intrinsic or spin angular momentum of a circularly polarized field
to the atom. It is also possible to construct fields that contain orbital angular momen-
tum that can be transferred to the atom’s center-of-mass motion [3]. In this chapter,
we neglect any effects related to changes in the atom’s center-of-mass motion.

To work out the theory of optical pumping, we must generalize the two-
level problem to include magnetic degeneracy and include the “in” terms of
spontaneous emission calculated previously. We consider first a traveling-wave field
and, subsequently, a standing-wave field.

17.1.1 Traveling-\Wave Fields
We treat the incident field classically, taking the electric field vector as

E.(R, ) = %geeﬂk"‘*wﬂ +c.c., (17.2)
where both the field amplitude £ and the polarization vector

E=eX+ey+€7 (17.3)

can be complex. (The subscript ¢ stands for “classical.”) For plane-wave fields,
(k - €) = 0. As before, we define spherical polarization components as

€, T ie
€41 = :FT)/, €) = €;. (174)
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In treating spontaneous decay, the polarization vectors for the radiated field were
taken to be real [see equations (16.18b) and (16.18¢)] such that e = €. Since we
allow for complex polarization vectors for the classical field (17.2), this relation
no longer need hold for the field polarization €. As a consequence, there can be a
difference between (e;)" and (€*),, since

(6‘1)* = (_1)6] (6*)—517 q=0,:|:1 (175)

An atom placed in the field (17.2) experiences an atom-field interaction of the
form

Var(R,t) = — - E.(R, ). (17.6)

We obtain equations of motion for density matrix elements just as we did in
chapter 3, except that we must include the magnetic state labels and account
for repopulation of the ground-state sublevels via spontaneous decay. The matrix
elements of V4 (R, #) that enter are proportional to

(Hmpli - €1Gmg) =Y (—1)Te_q(H, mulity| G, mc)

q
G1H 1
= H (1) G _1‘1_ Nzl
(Hllp™M) )%:( )6q[mcqmﬂ} 2H+1
H1G
_ (1) 1\q _q1\H-m
= (H||u ||G>§q:( 1)7e_q(=1) H(—qumc>’

(17.7)

where [...] is a Clebsch-Gordan coefficient, (...) is a 3-] symbol, the /i, are given
by equation (16.20a), and (H||1"||G) is a reduced matrix element.
With a field interaction representation defined by

ocu(R, v, t) = dgnl(v, t)e R, (17.8)

We can use the Schrodinger equation and equation (17.7) to show that the density
matrix elements obey the following equations in the RWA.

aQGmG;Gm/; Himpg; Hnd,
0= 2 Yomein, Quimitin,
mpy, My
S % « G 1 H|.
_ZXHGZ (eq) {mc q mH] O Hmy; G,
q,my
. G1H|.
+1xXHG Z(_l)qﬁfq |:m/G q mH:| OGmg;Hmpy » (17.93)
q.my
90 Hinys o . «| G 1 H|.
% = —YHOQHmy;Hmy, -I-IXEG(]Z:W (Eq) {mc q Q Hmy;Gmg
. G1H|.
—1XHG Z(—l)q&q {mc q MH} QGmg; Hntyy (17.9b)

q.mc
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aécm ;ydm V ~ . ~
87(1.1“ = —THQGWI(;;HW!H + 18(V)QGm(;;HmH
. .[G1H
—1XHG Z (El]) [mG q m/H:| QHwly;Hmy
q.my
. «| G1H
+1X1§G Z (Eq) [MG q mH:| 0Gme;Gril» (17.9¢)
q.mg
B HimysGme = (8 Gms ) (17.9d)
where
(H||uVG)E
= 17.10
e T o 2aH T 1 (17.10
5(v) = wne —w + k- v, (17.11)
and relaxation terms arising from spontaneous decay have been included. Equa-

Hmps Hiy,
Gmg;Gmi,
equation (16.55). Although equations (17.9) are algebraically complicated, they can
be solved in steady state (or as a function of time) numerically quite easily using a
computer program, since they are linear equations.

In optical pumping, we usually are concerned only with the evolution of ground-
state density matrix elements in the presence of weak fields. In weak fields, the time
scale needed for ground-state density matrix elements to reach their steady-state
values is much longer than it is for other density matrix elements. As a consequence,
ground-state—excited-state and excited-state—excited-state density matrix elements
can be solved for in a quasi-static limit, similar to the one we used for intermediate-
state amplitudes in applications such as the Bloch-Siegert shift and two-photon
transitions. If we restrict our discussion to fields having constant amplitude for
t > 0 and consider only times for which # > |yy/2 +i8(v)|"" (assuming that the
fields reach their constant amplitude at time ¢ = 0), then ground-state—excited-state
density matrix elements, as well as excited-state population and coherence, achieve
their steady-state values. This is the limit we will consider.

tions (17.9) are a generalization of equations (5.9), with y given by

For weak fields, |xucl> < [(]/H/Z)2 + 52(V)}, one can neglect the oy terms in

equation (17.9¢) and solve in steady state to obtain the ground-state—excited-state
coherence

. [G1H
_ e q% ) {m/c 7 mH} o 17.12
OGmg;Hmy =1 )/H/z — Z(S(V) ( . )

The next step in the calculation is to see how this electronic state coherence is
coupled back to atomic state population by the field. To order |xpg|?, this coupling
occurs via two channels. First, the coherence couples directly to ground-state density
matrix elements via the field [equation (17.9a)]. Second, the coherence couples to
excited-state density matrix elements via the field [equation (17.9b)], which, in turn,
are coupled back to the ground state as a result of spontaneous decay [first term in
equation (17.9a)].
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The excited-state density matrix elements are obtained by substituting equa-
tion (17.12) into equation (17.9b) and solving in steady state. In this manner, we

find

0 - {|ch| o (eg)”
Hmy;Hmy — —
M g.q7me.ni v/2 ’5()
G1HIGLH . Iucley ()"
me q mu | | g q my | COEE T T D s ()
G1H|[G1H
|:mG q WlH:| |:m/c q mH:| QGm/dGm(;} . (17.13)

Last, by substituting equations (17.12) and (17.13) into equation (17.9a), and setting
vH/2 = ygH, we obtain

a m, m
Q Lmerte _ RZEZPQMG%, (17.14)
mc mG
where
meht,- |XHG|2 mym, G1H G 1 H
Rmzmé = Z Vm:m/H - Y )
’ YH -y ¢ mcdq my | |Mgq My

. [( Dteg (e)"

YGH — 18(V) VGH+15

oL

2 (=1)ey4 (Eq) 1 G1H
_|XHC| Z ’ —/ / (Smc,rh(;
yYou —i8(v) |Mg qmu | |mMgq mpy

q.9'.my
;e [G1LHITGTH], | (17.15)
yoHu +1i8(v) | MG g my | | mG q myg e

and the labels G and H have been suppressed in equations (17.14) and (17.15).
Although these coupled equations appear complicated, they are often relatively easy
to solve. Equations (17.14) and (17.135) are the principal results of this section.

A cursory glance at equations (17.14) and (17.15) reveals that, in steady state,
the |xyg|* terms drop out! Even though the rate at which steady state is established
depends on field strength, the steady-state values are independent of field strength
(unless of course the atoms leave the interaction region). The steady-state result
is one that is zeroth order in the applied field amplitude. This is the bottom-line
result of optical pumping—no matter how weak the field, the same steady state is
reached. In our weak field approximation, ), 0meme; = 1, which is a necessary
condition for a nontrivial steady-state solution of equations (17.9) for the ground-
state density matrix elements. Terms of order |xpc|?/ [yéH+82(V)] have been
neglected, corresponding to excited-state populations.
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17.1.2 z-Polarized Excitation

As an example, we calculate the optical pumping when the excitation radiation is
z-polarized—that is, the field has polarization € = Z, corresponding to spherical
components

€0 =1,es =0. (17.16)
In this limit,

— 1 G1H
R GMg — _ 2
meniy IXxHGI {)/GH—i3(V) {’”/G Om/cj

1 G1H
YTy Smc cham’ 7
YGH + 18(v) | mg 0 mg ’ aule

L 2en Ixucl [G 1 H} [G 1 H] —
YH )/(Z;H+82(V) n_icof’;lc ﬂjl/GO?’l_’l/G

J/'"Gm,(; ’

(17.17)

with

— G1H][G1H
Voncmiy = VH%: {qumG i g i | (17.18)

The selection rule imposed by the Clebsch-Gordan coefficients in equation (17.18)
1s

mG—m’G =7}_1G—ﬂ_'l/(;. (1719)

This selection rule, coupled with equations (17.17) and (17.14), implies that there
are two qualitatively different types of evolution equations for ground-state density
matrix elements when the incident field is linearly polarized. If one prepares the
ground state with some coherence 0, (G # m) before the application of the
optical pumping field, then the optical pumping connects this coherence to other
ground-state coherence having the same value of (m¢g — my(;). In other words, for a
G=1 ground state, 0o; depends only on g1 and o_19. The only steady-state solution
for these off-diagonal ground-state density matrix elements is @z, = 0 (116 # ).
Any initial ground-state coherence decays away as a result of the combined action
of the incident field and spontaneous decay (i.e., scattering).

On the other hand, the steady-state ground-state populations can differ from one
another. That is, the atoms are left in a polarized state (one having different ground-
state sublevel populations) as a result of optical pumping. To calculate the evolution
of the ground-state populations, we combine equations (17.14), (17.17), and (17.18)
to obtain

_ 2yculxucl? { G1H

2
Greme = g+ 82 ) [ma O fnc] G

2yvculxucl* 1 [G 1 H]z gl
V24 82(V) v 'meme Oml-mi- s 17.20
vén +82(v) yu [mc 0 mg ZVGGQGG ( )

mg
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Figure 17.3. Optical pumpingina G = 1 to H = 2 transition with z-polarized excitation. The
fractions are the square of the Clebsch-Gordan coefficients associated with each transition.

where

2
L I (17.21)
The first term represents pumping out of level m¢ by the field, while the second term
represents repopulation of level 7 resulting from the combined action of the field
and spontaneous decay.
Fora G =1 < H = 2 transition (see figure 17.3), the needed Clebsch-Gordan
coefficients are

11271 [112]7 2
+10+1] ~2° [000] ~3
11 2] [112) 1
|1-10] |-110] 6
- 2 2
112 11 2 1
_011} =[0_1 _1] = (17.22)
As a consequence, we find from equation (17.20) that the populations evolve as
A T 1/1 2 /1
on="r —20u +3 <2> ent 3 (6) Qoo] , (17.23a)
[ 2 2 /2 1/1
000 =TI _—§Q00 + 3 <3> 000 + 3 <6> 11 + 9_1_1)] , (17.23b)
1 1/1 2 /1
)11 =1"|—=0_1_ — (=) o-1- == 17.2
0-1-1 _2911+2(2>Q11+3<6>Q00}’ (17.23c)
where
2 2
_ );GH|XP;G| (17.24)
Yo + 8%(v)

is an optical pumping rate.

The numerical coefficients appearing in equations (17.23) could be obtained by
inspection from figure 17.3, using the square of the Clebsch-Gordan coefficients for
excitation and decay. For example, the first term in equation (17.23b) represents
the loss from sublevel 0 produced by the field, the second term represents the
repopulation of sublevel 0 resulting from the field driving population out of ground-
state sublevel 0 to excited-state sublevel 0 and spontaneous emission restoring
some of the population to ground-state sublevel 0, while the last term represents
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the repopulation of sublevel 0 resulting from the field driving population out of
ground-state sublevels +1 to excited-state sublevels £1 and spontaneous emission
transferring some of the population back to ground-state sublevel 0. The steady-state
solution of equations (17.23) is

4
= ] = — 1 .2
011 = 0-1-1 17’ (17.25a)

_ 2 (17.25b)
QOO - 177 .

with all other density matrix elements equal to zero. As discussed earlier, although
the ground state is polarized, no net internal state angular momentum has been
transferred to the atoms by the z-polarized optical field.

17.1.3 Irreducible Tensor Basis

For other than z-polarized fields, there can be off-diagonal density matrix elements
in steady state. If we use linearly polarized light in the X rather than the z direction,
for example, drawing simple diagrams is not too much help, since the field creates
coherence in the excited state that is maintained in the decay. The final density
matrix elements can be obtained by “rotating” the z-polarized results using angular
momentum rotation matrices (see problems 1-2), giving steady-state values

011 = 0-1-1 = 13/34, (17.26a)
ooo = 4/17, (17.26b)
01-1 =0-11 = —5/34, (17.26¢)

with all other density matrix elements equal to zero. There is now a nonvanishing
ground-state coherence (off-diagonal density matrix element), but the average value
of the z component of angular momentum remains equal to zero, since the excitation
is via a linearly polarized field. This result also indicates that what looks like unequal
populations and zero coherence in one basis can appear as both unequal populations
and nonvanishing coherence in a rotated basis. The only ground-state density matrix
that is invariant under rotation is an unpolarized state.

In this and more complicated cases, it is easier to use an irreducible tensor basis
since decay is diagonal in that basis. As was mentioned in the previous chapter,
many people get very nervous when irreducible tensors are mentioned, but there
is no need to panic. The irreducible tensor basis represents simply an alternative
basis to the usual angular momentum basis. Moreover, it often leads to simplified
equations when systems have simple properties under rotation.

To transform equation (17.14) into an irreducible tensor basis requires a lot of
algebra, which we do not reproduce here [4]. We simply give the result; the ground-
state density matrix elements evolve as

06(G) = > AK,K,K;Q Q;G HP(G H;K, K, K)§(G), (17.27)
K,K',K,Q’
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where

k1, 8:0.056 = 17 (5 K e
5 000 Q

! e Vhahes 17.28
x [VGH_iS(V) * VGH+Z.5(V)‘| {1728

P(G, H;K, K, K) = —=3(=1)K+K+H-G /O K + 1)2K' + 1)(2K + 1)

KK K] f11K
GGG||GGH

x KK KRY|, (17.29)
—(=1)2¢2H+1) {ggf} HG 1
HG1

’ * 1 1 K
5= (-1)7es (e-q) [q J Q} : (17.30)
q.9'
H|ipM1G)E
XHG = —7(%””2;;1 , (17.31)

and the last {} in equation (17.29) is a 9-] symbol. It is a simple matter to
program equation (17.27). Clebsch-Gordan, 3-J, 6-], and 9-] symbols are standard
subroutines in most symbolic math programs.

To get some idea of the power of the irreducible tensor basis, we consider optical
pumping on a G = 1 to H = 2 transition by an X-polarized field, starting with
an unpolarized initial state Qg = (1/\/§)8K,08Q,0. For an x-polarized field (see the
appendix),

eé") = (851 —841) /N2 (17.32)
and
ég=—i31<o5oo+51<z {—13004—1(5024—502)} : (17.33)
730000tk [~ Tgbant 3 Boatio

Substituting equation (17.33) into equation (17.27), setting G=1 and H =2, and
using the fact that o) = 1/+/3, we obtain the evolution equations

r’ 2
-2 _ 2 2 -
% = 135 ( 2202 + 4v/603 +5\f3>, (17.34a)

1—*/
)
o} = 120( 3002 + 2+/60% — ) (17.34b)

where I' is given by equation (17.24), and 0%, = 03. The steady-state solution is

, 51, 5

=—, = 17.35
9y 17% 01> 34 ( )
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which is consistent with equation (17.26). There are only two density matrix
elements that need to be calculated using an irreducible tensor basis.

Equation (17.27) actually has a very simple structure, although you might be
somewhat skeptical about this conclusion. The dynamics is governed by two factors,
AK,K',K; 0, 0';G, H) and P(G, H; K, K, K). The quantity P(G, H; K, K', K)
is a “geometric” factor that is independent of field polarization, while
A(K,K',K; O, Q’; G, H) reflects the polarization of the driving field, written in
terms of the coupled polarization tensor eg. The coupled tensor description is
especially useful for determining the manner in which population and coherence
is transferred from the ground-state to the excited-state and back to the ground-
state manifolds. For reference purposes, values of eg for various field polarizations
are given in the appendix.

17.1.4 Standing-Wave and Multiple-Frequency Fields

The results can be generalized to any number of incident fields. This generalization
is especially important since it will allow us to consider the standard geometries for
sub-Doppler cooling that are discussed in the next chapter. The total electric field is
taken to be of the form

1 . o
E.(R,?) = 5 Z ENeli gikR-wjt) 4 (17.36)
j

that is, a sum of a number of monochromatic fields. Density matrix equations are
now written in the standard interaction representation, since the field frequencies
and wave vectors of the various fields need not be equal. In general, the equations
cannot be solved analytically, since there are several frequencies present in the
atomic rest frame. Let us assume, however, that the adiabatic elimination of the ogy
and oy density matrix elements remains valid [4], allowing us to arrive at the same
type of evolution equation for Qg(G) that was found earlier—namely [4],

905(C) +v-Vol(G) = Y AK.K'.K;Q QG H;R1)
Bt QQ —_— k] ’ bl ’ bl ’ bl k]
K,K'.K,Q’
xP(G, H; K, K', K)o§ (G), (17.37)

Where the factor A(K, K’, K;Q, O; G, H;R,t) now contains all combinations
e'?ir®1) of spatial and temporal beats between the different fields with

¢ii(R,t) = (kj —=k;1) - R — (w; —wj)t. (17.38)

Explicitly, we find [4]

AK,K',K; 0, Q;G, H;R, t) = (-1)¢ < K" K Iﬁ)
( 00 t) = (—1) j;@ fo 00
1 (_1>K+K’+K

xfje (1) €St et ™ [ ] (17.39)

— _—
you —i8U0(v)  you +i8U)(v)
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where
_(j) (H||uMGED 1
=, 7.40
XHG 203 ( )
Ky -y _ Gy anE 11K
el j) =) _(=1)T€) ey { "ol (17.41)
e [ } 19 Q
and
8U(v) = wne — w; +kj - v. (17.42)

Of course, these equations look complicated, but the basic physical content is
simple. Each pair of fields i, j (including i = j) drives population and coherence
from the ground-state manifold to the excited-state manifold of levels in a manner
dependent on the spherical tensor components eg( j, j'). Spontaneous emission
returns some of this population and coherence to the ground state. Since there
is a spatial and temporal phase given by equation (17.38) that occurs for fields
having different k vectors and frequencies, respectively, it is possible for the fields
to create both spatial modulation and temporal beats in the ground-state density
matrix elements. However, for our “closed” G-H transition, the total ground-state
population is constant,

d
EQg(G) =0, (17.43)

and
1
0 G —
Qo( ) 7'—2G~|— I

to zeroth order in the optical pumping rate I'". On the other hand, ground-state
density matrix elements, QE(G) for K #0, Q# 0, can be modulated in space and
time. We refer to this as modulated atomic state polarization. As you will see, this
feature is critical for sub-Doppler cooling.

(17.44)

17.1.4.1 Counterpropagating fields

Let us look at some limiting cases to see what happens to the ground-state sublevels
for two counterpropagating fields. We set ky =—k, =k, £&=&,, and w1 =wy=w=ke.

17.1.4.1.1 || polarization: If both fields have the same polarization, eg(j, j') is
independent of j or j'; therefore,

AK,K',K;0, Q';G, H;R, t) (1 + kR 4 e—Z"k'R) , (17.45)
and
K 396 K K'Q' K’ 2ikR 2ikR
0 ="2+v Vo= 3 T QQ,(1+e" +e*"), (17.46)

K, Q'



OPTICAL PUMPING AND OPTICAL LATTICES = 413

where TgQQ is some coupling coefficient. Let us assume a steady-state solution of
the form

2ik-R

0K(G) = 0K(G, 0) + 08(G. +)e¥ R + oK(G, —)e 2R, (17.47)

The second two terms constitute the modulated atomic state polarization.
Substituting this trial solution into equation (17.46), we find, in steady state,

Y TS (G0 =0, (17.48a)
K, Q
£2ik -vo(G. %) = > Tes 0&(G. %). (17.48b)
K", QO

Equations (17.48a) and (17.48b) each correspond to a set of (2G + 1)? linear
equations. Equation (17.48a) has a nontrivial solution owing to the fact that
0)(G) = 1/(2G + 1)V that is, the 05 (G, 0) are not linearly independent. On the
other hand, in equation (17.48b), the QQ(G +) are linearly independent, and the
only solution of these equations is

06(G. %) = 0. (17.49)

For parallel polarization, it then follows from equation (17.47) that there is no
modulated atomic state polarization. It is easy to understand why this is the
case. No matter where in the sample an atom finds itself, it experiences the same
field polarization, implying that the steady state cannot be a function of position,
provided that an atom does not remain in a node of the field. Each atom is optically
pumped to the same steady state.

17.1.4.1.2 lin_Llin polarization: For crossed, linearly polarized fields €; = x; €, = ¥,
the spherical polarization tensor components that are needed are (see the appendix)

1 1 1
€y (x.x) = —ﬁaK,OSQ,O +dk.2 [—%SQ,O +3 (802 + 59—2)] .
€S ( )——715 800 — 8 [15 +1(5 +3 )}
oWy \/§ K,000,0 K.2 \/E 0.0 P 0.2 0-2)|>

* ) 1
€5 (x.y) = [eXo (3. %)) = % [SKJSQ,Q + E&az (802 — 3Q,—2):| :
(17.50)

In contrast to the case of parallel polarization, the polarization of the total
field (17.36) is now a function of position, implying that the atomic response can be
modulated as well.

If the counterpropagating, crossed-polarized fields are incident on atoms that are
initially in an unpolarized ground state, the resulting ground-state dynamics can be
quite complicated. However, for a G=1/2 ground state, the only values of Qg that
can enter are o) = 1/4/2 and ng, since K = 0,1 when one couples two spin 1/2
systems. Moreover, for the values of eg given in equation (17.50), and for K=0, 1,
it is clear that only O=0 can enter. Thus, the only density matrix element that need
be evaluated is o} when G=1/2 for crossed-polarized fields.
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Using equations (17.37) and (17.50) and the fact that Qg = 1/+/2, we find that,
for a G = 1/2 ground state and with )'(,(L}é; = XHG,

8Q(]) 1

. 1_ _ v 1 ’ .
ot +v-Vo, '(1/2,1/2)o, 7 (1/2,1/2)sin2kZ (17.51)
if H=1/2 and
929 +v-Vol=-I"(1/2,3/2)0} — ir’(l/z 3/2)sin2kZ (17.52)
ot €= ' €0 V2 ’ '

if H=3/2, where

2 1xHG yH

'(1/2,1/2) =2r'3/2,1/2) = 5 V2182

(17.53)

the appropriate values of G and H are to be inserted in xy¢, and yg = 2ycp. Since

0) = (01/2.12 — 0-1/2,-172) /N2,

it is clear from these equations that the population difference, (Ql/z’l/z - Q,l/z,,l/z) ,
is spatially modulated. In the next chapter, we show that this leads to polarization
gradient, sub-Doppler cooling.

17.1.4.1.3 o, —o_ polarization: For o ,~o_ radiation, & = (X+i§)/+/2 [e; = 8, _1],
é = —(X—iy)/V2 [eg = 84.1], and (see the appendix)

1 1 1
fg (0p,04) =~ (ﬁaK’o - ﬁ&(,l + %SK,2> 30,0

1 1 1
66 (0_,0-)=— (ﬁ&ao + ﬁ(?m + \/ESK.Z) 30,0,

€50, 0.) = —=8k280. 2. €(0-,04) = —8k2802. (17.54)

In the next chapter, we will see that, for a G = 1 ground state, 03 = 011 is
modulated as ¢** and o2 , = 0-11 as e 2k but the population differences are
not spatially modulated. This leads to a “corkscrew” type of sub-Doppler cooling.

17.2 Optical Lattice Potentials

If the incident fields are detuned by a sufficiently large amount, one can in
first approximation neglect the repopulation of the ground state as a result of
spontaneous emission. In other words, one neglects the “in” terms of spontaneous
emission and works with an effective Hamiltonian for the system that is obtained
by adiabatically eliminating the excited-state amplitudes. An amplitude approach
is possible, since the repopulation of the ground state is neglected. One can even
retain the decay parameters in the equations for the ground-state—excited-state
coherence. In doing so, one arrives at an effective non-Hermitian Hamiltonian for
the ground-state sublevels. Since the ground-state polarization can be modulated, the
Hamiltonian is also spatially modulated. In other words, the atoms find themselves
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in a modulated potential or optical lattice that can actually serve as a network
of traps for the atoms. For a review of this subject area, see the article by Jessen
and Deutsch [5]. Optical lattices provide a controllable environment for simulating
condensed matter systems.

We use the same formalism as for optical pumping, but work with state
amplitudes rather than density matrix elements. We assume that all the fields have
the same frequency and neglect any Doppler shifts of the atoms, assuming that
they have been cooled to very low temperatures, such that ’k,- -v| < yu. In a field
interaction representation, the excited-state amplitudes evolve as

de i, /dt = — (VZ—H + ia) Chmyy + é lZ(H, matlis - €0\G, me)e™ RNz
e

(17.55)

Assuming that the optical pumping rate I'’ is much less than |y /2 +i8], the excited-

state amplitude becomes approximately constant on a time scale much less than

1/T’. Thus, we can adiabatically eliminate the upper-state amplitude by taking
dCymy,/dt = 0, or

Z1‘1}’}’!}-1 ~

i . ) .
— N(H mylp V|G, m )M REN G, . (17.56)
25 (yr/2 + i9) ;m:c H G G

The ground-state amplitudes evolve as

i

A/t = 77 D (G mel €] 1H e R 2y,
J5my
i AinT* N ik Rl
=55 2 [ (Homul )G, mey e ey,
j'mp
(17.57)
Combining equations (17.56) and (17.57), and using
1
fooe=>" (—1)7 e, (17.58)
q=-1
and the Wigner-Eckart theorem to evaluate matrix elements of fi, we find
ihdCGm/dt = Z Hyom €6
mg
where
1 3h |G 1 H
H, . = — —1)a+4a
GG 2H+ 168 —iyy/2 ,Z , ./( ) [m’c q mH]
a.q'smi. .
G 1 Hi_g [-()]* ) [ ik, R
) an -q' mﬂ} XHG {XHG} €-q [6‘1/ } e (17.59)

The matrix elements H,,,,, form a non-Hermitian, effective Hamiltonian for the
ground-state manifold.

For any given field polarizations, we calculate these matrix elements and
diagonalize H to get the optical lattice potentials. It is possible to get H into a simple
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form if the coupled tensors defined by equation (17.41) are used, as in the optical
pumping equations. In terms of the coupled tensors defined by equation (17.30),
equation (17.59) can be rewritten as

() [-00]"

3h XHG { HG} ,

Hmcm’(v = 5 Z —_— —1)Q+q
L d=ivn/2 ko 2

G1H G 1 H 1 1 K ik, R_K
17.60
* {mlc q mH} Lﬂc -q' mH:| {—6] -q' Q} €0 (l ]) ( )

This can be summed over g, g, my to give

= ik;j R K+H+G+Q
I‘Ime’c— l)/H/Z Z { } € (=1)
/KQ
ey (7. ) (=1)% [

G G K} {GGK} (17.61)

mg —mg O |1 1 H

where we used equation (16.80). This shows that |Amg| = |mg —m(;| < 2, since the
maximum value of K is equal to 2.
For z-polarized light,

1 2
€0 (2 2) 7 K,000,0 + 30K.2000 ( )

As a consequence, the Hamiltonian (17.61) is already in diagonal form, implying
that the eigenstates are the normal m-basis states. For lin_Llin polarization with
the coupled tensor components given by equation (17.50), the Hamiltonian is not
diagonal, except for G = 1/2.

Once the Hamiltonian is diagonalized, it is possible to analyze the motion
of atoms in the effective potential. To do this, one must use either a classical,
semiclassical, or quantized description of the motion in the potentials. For atoms
having energy much less than the well depth of the potential, a quantized approach
is often needed, although semiclassical approaches can sometimes give a good
approximate solution.

As an example of optical lattice potentials, let us take the simple case of a
G = 1/2 ground state and an H = 1/2 or 3/2 excited state for the case of equal
amplitude, crossed-polarized fields, with the coupled field polarization tensor given
by equation (17.50). For this polarization, the matrix (17.61) is already diagonal,
and it is a simple matter to calculate

_ lxmel* (1—1sin2kZ 0
H172372 = e (15 1+ Lsin2kzZ (17.63)
and
_ xmel* [14sin2kZ 0
H1/21/2) = =50 3 < 0o 1- sin2kZ> (17.64)

where the order of the matrix elements is 72 = 1/2, —1/2. It is clear that the energy
levels of the atoms are spatially modulated.
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17.3 Summary

In this chapter, we have seen how weak radiation fields can modify ground-
state sublevel populations and coherence. In conventional optical pumping, a
single traveling-wave field redistributes population among the ground-state sublevels
and can also lead to ground-state coherence. The polarization properties of the
field are imprinted on the atoms, regardless of the strength of the field. Optical
pumping can be generalized to include an arbitrary number of incident fields. In
this manner, one can also imprint spatial and temporal beats into ground-state
density matrix elements. In the case of far-detuned fields having the same frequency,
one arrives at optical lattice potentials. An immediate application of the formalism
developed in this chapter is sub-Doppler laser cooling, to which we now turn our
attention.

17.4 Appendix: Irreducible Tensor Formalism
17.4.1 Coupled Tensors

Many details of the calculations involving the irreducible components of the
density matrix are included in the paper by Rogers et al. [4]. On the web site
(http://press.princeton.edu/titles/9376.html) devoted to this book there is a link to
examples of Mathematica programs that can be used to obtain some of the equations
related to optical pumping. For reference purposes, the coupled tensor elements for
the most common field polarizations are given in this appendix.

The polarization € and spherical tensor components of the polarization are
defined in equations (17.3) and (17.4), respectively. The coupled tensor components
are given by

- T n1*11 1K
K7 i) =Y (=1)7eld [e‘_’(;} [q J Q} : (17.65)
q.9'
such that
e i) = (=12 [eXo (7 )] (17.66)
For linearly polarized fields along x, y, and z,
e = (851 — 84.-1) /2, (17.67a)
€ = —i (8521 + 84-1) /Y2, (17.67b)
e =68,0. (17.67c¢)

e =641, (17.68a)
el =641. (17.68b)
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From these individual field polarizations, we use equation (17.65) to construct

1 1 1
eg(x, x) = —ﬁSK,OSQ,O‘HsK,Z l:—\/g(SQ,o-i-z (5Q,2+3Q,2):| , (17.69a)

1 1 1
eXK(y,9) = ——=8k 0800 — 8 [5 += (802480 ] 17.69b
oy ) 75 K,0000 — 0K 2 NG Q0t5 (802+80-2) ( )

1 2
GS(Z, 2) = _ﬁSK,OSQ,O + \/;5&25@,0, (17.69¢)
K 8k.18 L ss (s 8 17.69d
eolx, y) = [ k1800 + 75 k2 (802 —80-2)]. (17.69d)
1
Eg(X, 2) = 5 [6k.1 (801 +80-1) — k.2 (501 —d0.-1)], (17.6%¢)
i
Eg()’, z) = =3 [8K,1 (5Q,1 - 5Q,_1) + 8k 2 (3Q,1 + SQ,_l)] , (17.691)
eS(+ +)——<13 1, +ia >5 (17.69g)
o\t 73 K.0 72 K.1 N K2 ]000, -67¢
eS(—,—) = - (15 + 1, + 1, ) 8 (17.69h)
ol— 3oxo+ okt ik ) Soo. .
eol+. =) = —8k280. 2. (17.69i)

Additional components are obtained using equation (17.66).

17.4.2 Density Matrix Equations

We can also write the density matrix equations in an irreducible tensor notation. The
incident laser fields drive transitions between a ground-state manifold characterized
by quantum numbers L¢ (total orbital angular momentum), J¢ (coupling of Lg
and Sg), I (total nuclear-spin angular momentum), G (total angular momentum-
coupling of Js and I), and excited-state manifold characterized by quantum
numbers Ly, Sy, Jy, I, and H. In the rotating-wave approximation (RWA) and
for equal field frequencies, the appropriate equations in the field interaction
representation defined by equation (3.46) are [4]

68(G. G) = y'®)(H; G)p §(H. H)
Tio(—172 %M 11 AG (G, G HoG (G, H)
b [xéié;} (1K KO i R

1" AG40l(G. G Hl2to (G Y, (17.70a)
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68(H, H) = Ty o (H. H)
(1R K GG R 1)a D AKIK (H H G)aE (G, H)
—i [7fi] " (—120r Qe R (el
x AGVO(H. H, G)[oX o (G, H)I*, (17.70b)
68(G. H) = — (ven — i8) 6 (G. H)
—i [lie] " (102G MR ] AR (H, G, )k (G, G)
e [)-(ggr (—1)2GHQ+K =K1 ik R [65/)]*
xAtyyol G, H, H)eX o (H, H)I, (17.70c)
8G(F', F) = (=1)F=F+O[aX (F, F)]". (17.70d)

It should be noted that the Rabi frequency, as defined in reference [4], is the negative
of ours, as is the detuning §.

Density matrix elements in the irreducible tensor basis are related to those in the
m basis by

oo(F, F') = (=1)F

—w [F F K o
|:m _77’1, Q:l Q(F’msF am)’ (17'71)

where the quantity in square brackets is a Clebsch-Gordan coefficient. All other
symbols in equation (17.70) are defined in the text, except

AGE(A, B, C) = (—1)*K[(2k + 1)(2K" + 1)]'/2

K kK| [K' kK
X[Q’qQ]{ABC}' (17.72)
The time derivatives in equations (17.70) are total time derivatives in the sense that
d 0
—_—=— v, 17.73
dt — ot v ( )

where v is the atomic velocity. There is a summation convention implicit in
equations (17.70) to (17.72). Repeated indices appearing on the right-hand side of
an equation are to be summed over, except if these indices also appear on the left-
hand side of the equation. These equations have been written for a single ground-
state and a single excited-state manifold of levels—more general equations, allowing
for a number of nearly degenerate manifolds of levels and several field frequencies,
are given in reference [4].

For specific experimental conditions, it might be necessary to add additional terms
to equation (17.70), such as those arising from external magnetic fields, collisions,
“source” terms that bring atoms into the interaction volume, or loss terms resulting
from atoms leaving the interaction volume. In obtaining equation (17.70), it has
been assumed implicitly that all the magnetic sublevels within a state of given F are
degenerate.
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Problems

1-2.

Calculate the steady-state ground-state density matrix elements when
x-polarized radiation drivesa G = 1 — H = 2 transition. Do this as a rotation
of the z-polarized results given by equation (17.25) using both the irreducible
and m-state bases.

In solving this problem, you can use the fact that, under a rotation, elements
of an irreducible tensor operator transform as

%) _ZDQQ (. B.¥)eg
Ql
where Dg’)g (a, B, y) are elements of the (active) angular momentum rotation
matrices given by
K —ima, (K —imt
Doy (&, Boy) = €71 1 (B)e™"7,
Tome(B) = (Km| ey |Knd') |

mm
where

4

DG (o B ) = (=1 | 53~

(Y887

YS(O, @) is a spherical harmonic, and

%(1+cosﬁ) —%sinﬁ %(1—cos,3)
1 1

D (B) = 7 sin 8 cos B —7 sin 8
%(1—cos,3) %sinﬂ %(1 + cos )

with the order (1, 0, —1). In the 7 basis, the rotation is given by

Oy = ZD‘G @ B,7) [ ) (e B, J/)]*Qqq“

. Write a program for the density matrix equations (17.27) in terms of the

coupled tensor polarization components. Test the program for the G =1 to
H=2 transition and an x—polarized field to show that the evolution equations
and steady-state values agree with equations (17.34) and (17.35), respectively.

. Assume that a weak magnetic field B is applied to the atoms in an optical

pumping experiment in some arbitrary direction. Calculate the additional
terms that must be added to the right-hand side of equation (17.27) to account
for this field. This can be done by using equation (17.70a) without the “in”
term, setting H= G, and relating %!} ¢ to the analogous term for the magnetic
interaction. Assume that the magnetlc field interaction can be written as
—Mmag - B = 1pgcG - B, where pp is the Bohr magneton, G is the angular

momentum in units of %, and g¢ is the Landé g factor.

. Write a program to obtain the lattice matrix elements given by equa-

tion (17.61) in terms of the coupled tensor components eg (7, 7). Use your
program with yy = 0 to obtain the lattice potentials for a G = 1 ground state



OPTICAL PUMPING AND OPTICAL LATTICES = 421

with H = 2 for both linLlin and o — o_ field polarizations. Show that there
is no modulation in the o, — o_ case.

8. Derive any one of equations (17.9) without the decay terms for the interaction

potential given by equation (17.9).
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Sub-Doppler Laser Cooling

In chapter 5, we found a limit of kgT =~ hy,/2 for laser cooling. One of the
most dramatic violations of Murphy’s law (if something can go wrong, it will)
occurred in the late 1980s, when several research groups tried to verify this limit of
Doppler cooling. The temperature they obtained was lower than that predicted by
theory. This discovery and the subsequent explanation of the sub-Doppler cooling
mechanism was rewarded with a Nobel Prize in 1997 for Steven Chu, Claude Cohen-
Tannoudji, and William Phillips. The work also paved the way for experiments that
ultimately resulted in a Bose condensate of neutral atoms.

It was not that the theory of Doppler cooling was wrong, it was only that it
did not quite go far enough. In theories of laser cooling, the atoms were modeled
as two-level quantum systems. This is a useful model in many cases, but for laser
cooling, it missed the boat. We have already seen in the previous chapter how optical
pumping using standing-wave optical fields can result in a spatial modulation of
the ground-state polarization. Moreover, this steady-state modulation is achieved
on a time scale that is related to the optical pumping rate I’ rather than the
excited-state decay rate yy. Thus, optical pumping introduces a new timescale
into the problem. Since, for sufficiently weak fields, I'" <« yg, it is possible that
a relationship such as kgT = hy,/2 could be replaced by kT = hl'"/2 <« hI'/2.
Even if this expression does not provide the correct limit, it is clear that one must
reevaluate the limits of laser cooling, taking into account the effects of optical
pumping.

There are essentially three mechanisms by which optical pumping using counter-
propagating fields can result in cooling:

(1) Optical pumping results in a spatially modulated ground-state polarization
(that is, a spatially modulated population difference or coherence between
different ground-state sublevels), allowing for an exchange of momentum
between counterpropagating fields.

(2) Optical pumping results in an wummodulated imbalance in ground-state
populations, leading to different scattering rates for each of the counter-
propagating waves.
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(3) Optical pumping may be velocity selective and pump atoms into a state
with v=0, which is a dark state that is decoupled from the fields (coherent
population trapping).

For a review of (1) and (2), see the articles by Dalibard and Cohen-Tannoudji [1],
Cohen-Tannoudji [2], and Finkelstein et al. [3]. For a review of (3), see the article
by Aspect et al. [4]. In this chapter, we sketch some of the results.

18.1 Cooling via Field Momenta Exchange and
Differential Scattering

Let us first discuss the mechanisms (1) and (2), which can be treated by a common
formalism. A proper treatment of sub-Doppler cooling can necessitate the use of a
quantized picture of atomic motion [5], but we consider the motion to be classical in
this section. As long as the atoms are not trapped in the optical lattice potentials, the
classical motion approximation is satisfactory. We calculate the spatially averaged
friction force experienced by the atoms. Recall that the friction force was first
calculated in chapter 5 for an ensemble of two-level atoms. Of course, in order
to get the final energy distribution for the atoms, one has to also include diffusion.
The appendix contains an outline of an approach based on the Wigner distribution
in which the friction force and diffusion coefficient are calculated using a common
formalism.

We have discussed ways in which different fields can exchange momenta using
atoms to accomplish this exchange. In effect, we saw that some spatial pattern of
the fields was transferred to the atoms. Provided that there was a phase shift between
the field and matter spatial patterns, momentum could be exchanged by the fields.
You will see that this mechanism is at the heart of one type of sub-Doppler cooling
referred to as polarization gradient cooling. This cooling mechanism has also been
explained in terms of a Sisyphus effect, which we also describe.

In addition to this polarization gradient cooling, there can be sub-Doppler cooling
resulting from an imbalance in ground-state population caused by optical pumping.
The fields then undergo differential scattering from these states, again leading to
sub-Doppler cooling. Dalibard and Cohen-Tannoudji explain this process in terms
of an effective magnetic field [1]. In reality, both types of cooling mechanisms are
usually present for ground-state manifolds having angular momentum G > 1/2.
The formalism we develop allows us to identify the contributions from each
process.

The average friction force on an atom is given by

F(R,v) = Tr{o(R, v, )V [it - E.(R, )]} . (18.1)

We assume that the incident field is the sum of equal frequency fields given by

1 . o
E.(R,t) = 5 Z ENeligilkiR-et) 4 ¢ o (18.2)
j
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and express ft - €/) in the form

1
e =3 (—1)7e) iy (18.3)
g=—1

In the RWA, we then find from equation (18.1) that

Z v MR (H, | fug| G, 1) 0 G ins (R, ¥, 1) + c.c.
2 i (18.4)
Using the fact that
_ H—m G H K K
camine = -1 |0 1 6] et (18.5)

K.Q

evaluating matrix elements of (i, using the Wigner-Eckart theorem, and noting that

, K(G, H
3 (e [G H,K] [Gl H] 0O ) Gy

Wifory A m—m Q| [mqm | JIH+1
G H K|[G H 17 (DI H|uV|G)
= 2 {m m Q} {m—m —q} . 3 b6 )
m,m’ ,K,Q
= D v iGre (G, H) (15.6)
ﬁ 7q 9 9 .
we can rewrite equation (18.1) as
Zlhk XHGG Qq(G H;R,v)eMiR 4 cc., (18.7)
where
0,(G. H;R,v) = 0)(G, H;R, v, t)e™"*", (18.8)
1) = WHG — W, (18.93)
and’
¢ _  (HIpMGEY (18.9b)

HHG = 23

We have reached the desired result, an expression for the friction force in terms

of atomic state density matrix elements. The density matrix elements, in turn, are
obtained as steady-state solutions of equations (17.70) given in section 17.4.2.

Density matrix elements o(G, H; R, v) depend on o(G, G;R, v) and o(H, H;R, v).

As in the previous chapter, we assume that the incident fields are weak, allowing us

to neglect the dependence of o(G, H; R, v) on o(H, H; R, v). The quasi-static solution

' To make a connection with the seminal article of Dalibard and Cohen-Tannoudji, one sets
G = /+/3 for linLlin polarization and ypg = Q/[2(3/5)"/2] for o, — o_ polarization, where Q
is the Rabi frequency given in their article [1].
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for the optical coherence is given by an equation analogous to equation (17.12),
obtained from equation (17.70c¢) as

oNG H;R,v) = =i > (—=1)C[xfel e Rel 1y /32K + 1)

Q'
K11] (K11 1
g {Qq’q} {HG G} mQE(G;R, v), (18.10)

where Qg(G;R,V) = Qg(G, G;R,v). When this expression is substituted into
equation (18.7) and equation (17.41) is used, we find

-(7) [—(i’)]*
FR,v) =3 Z (_1)K+H+th/_eik”.,.RM
K.Qj.1 YGH — 18
K11 o
X{HGG}66(7’7)Q&G;R’V)‘i‘c-c-, (18.11)
where
kjj =k; —kj. (18.12)

We have arrived at another important step in the calculation. The friction force is
expressed in terms of ground state matrix elements Qg( G) and the coupled spherical
tensor components €5 ) defined by equation (17.41). We derived the evolution
equation for the 1rre§uc1ble tensor components of the ground-state density matrix
elements, equation (17.37), in the previous chapter.

The velocity dependence in the detuning has been dropped in all the preceeding
equations under the assumption that any Doppler shifts are negligible compared
with the excited-state decay rates. As such, this expression for the force does not
include conventional Doppler cooling. In some sense, it has been assumed that
conventional Doppler cooling has been used in a first stage to “precool” the atoms
to the sub-Doppler cooling stage.

18.1.1 Counterpropagating Fields

We now limit the discussion to a one-dimensional problem involving two coun-
terpropagating fields (k; = —k, = kZ) having equal amplitudes. It is clear from
equations (17.37) to (17.39), as well as from the fact that the nonlinear interaction
of the atoms with the fields leads to all even spatial harmonics in atomic state
populations, that a steady-state solution for Qg(G) can be written as a Fourier
series

5(G; Z,v) Z A§ (5 v)e ™2, (18.13)

n=—00
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where v = v,. When this result is substituted into equation (18.11), we find a
spatially averaged force that depends only on A’é(O; v) and A’é(:i:l; v)—namely,

(—1)HTC3hk| 3 el

(F(o) = —— —— é(—ﬂ’( {[e6(1.1) = €5(2.2)] AG(05v)
K K K K K11
+eQ(1, 2)AQ(—1;v) — eQ(Z, 1)AQ(1;v)} { HG G} + c.c.,
(18.14)

where F(v) is the z component of the force. The term proportional to Alé(O; v) gives
the difference in scattering off the imbalanced ground-state sublevel populations
produced by optical pumping. The remaining terms arise from transfer of momenta
between the fields scattering from the atomic polarization gratings produced by the
fields. In what follows, for the most part we suppress the explicit dependence of
Qg(G; Z,v)on Zand v, and that of Ag(n; v) on v.

We can see the relationship between the fields and the gratings a bit more clearly
if we use the relationships

X0 i) = (=028 ] (18.15)
0% o(G) = (-1)2 [&(G)] ", (18.16)
AR o) = (=1)Q [A(—n)]", (18.17)
and set
€S0, i") = leS(f', e vetii, (18.18)
AB(n) = | A& (m)]e'v0™, (18.19)

where, in general, gog(n) is a function of v. The last two terms in equation (18.14)
can then be written as

Z[ S 2)AS(—1) — €S2, 1 AG(D)]
Z{ (1,2)AK(-1) - [efg(l,z)AEQ(—l)]*}

0
Z{eg (1,2) AK(~1) - [eg(l,Z)Ag(—l)]*}
0

=2iIm {Zegu, 2)(—=1)2 [AKQ(l)]*}

0

=2iIm | > €ef(1.2)A(-1)
Q

=2iIm {Z(—ng leS(1,2)AX (1)) e—l‘[%ﬂ)—wé(m]} . (18.20)
0

Therefore, if eg(l, 2) and AEQ(I) are “in phase”—that is, if gon(l) = (pg(l, 2)—
then there is no exchange of momentum between fields. This result is similar to the
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two-level case, where we found that there was no exchange of momenta between
the counterpropagating fields if the phase difference between the matter gratings
and field intensity gratings vanished.

Last, we write equation (18.14) for the spatially averaged force as

(—1)H+C3nk| X el

(F(v)) =

YGH — 18
x (Kz(; [e5(1.1) — €5(2,2)] AG(0) {E (1; é} (-1
+ 2i Imz o1 2) Af(— 1){ﬁéé}> +ce (18.21)
Recall that
K7, ) = S (-1 el B X g} , (18.22)
9.9
0d(G) = D Afm)er ™, (18.23)

and, in steady state,

395((?) o ) /
Voz T Z AK.K'.K; 0, Q;G, H; Z.t)P(K, K, K; G, H)o8/(G).
K,K,/K,Q’
(18.24)
S / K' KK
AK.K'.R; 0. O's G, H; R.1) = _1Q< / >
| o e =2 0% (000
7.9
- o i 1 (—1)K+K+K
2_K N ik Z
o'/ : ~ . 18.25
xlincl GQ(/ e YGH — i + YGH + 16 ( )
kll =/€22 = 0, klZ = —k21 =2k, (1826)

and P(K, K’, K; G, H) is given by equation (17.29). As a consequence, the spatially
averaged force is completely determined once we solve equation (18.24).

We now solve for the average force for three cases: || polarization, crossed
polarization for a G = 1/2 < H = 3/2 transition, and o1 polarization for a
G =1 < H = 2 transition.

18.1.1.1 Parallel polarization
When the polarization of both fields is the same,
eo(l.1) =€5(1,2) = €§(2.1) = €5(2,2), (18.27)

e5(1,1) —€§(2,2) = 0, implying that scattering term vanishes. On the other hand,
you have seen in chapter 17 that there is no spatial modulation, Alé(n) =0 forn # 0.
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Therefore, the field momentum exchange term also vanishes, and there is no sub-
Doppler cooling.

18.1.1.2 Crossed polarization: G=1/2 «+ H=3/2 transition

We consider now the crossed or lin Llin geometry for which €!) = %, € =7§. The
values of the spherical polarization tensor components are given in equation (17.50).
Moreover, we showed in the previous chapter that the only nonvanishing elements
of 0§ (and, consequently, Af) are 0) and o} when G=1/2. For K <2, it follows
from equations (17.50) that

€5(2.2) —e§(1,1) = €§(y, y) — €6(x. x) = 0. (18.28)

As a consequence, the differential scattering term in equation (18.21) does not
contribute. For higher angular momentum ground states, this is no longer true.

To evaluate the friction force using the momentum exchange term in equation
(18.21), we must calculate 03(1/2) and 0}(1/2). Recall that

1 1
Q8(1/2) = ﬁ (Ql/z,l/z + Q—1/2,—1/2) = ﬁ (18.29)

is proportional to the (constant) total ground-state population, while
Q](1/2)=L(Q1212—Q 1/2.-1/2) (18.30)
0 ﬁ /2.1 -1/2.-1/

is a measure of the population difference of the ground-state sublevels. The spatially
averaged friction force for a G = 1/2 ground state and linLlin polarization is
obtained from equation (18.21), with 65(1, 2)=i5KY18Q,0/«/§ as

(—1)"C3nkixucl? 5. . A1 11
(Flo)) = ——— —— ﬁzlm{z [AL(1)] }{H1/21/2}+c.c. (18.31)

We see from this equation and equation (18.23) that the spatially averaged force
depends only on the spatially modulated population difference of the ground-state
sublevels through A}(+1).

The equation of motion (18.24) for o}(1/2) is

d0(1/2) o 13 _ 13\
v _EK:A 1,1,K,0,0,2,2,Z,t P 1,1,I<,2,2 00(1/2)
+A 101-00-1521: P 10117 9(1/2)
s Uy Ly Uy 325 23 ) ) ) 5272 QO
1 .
= —T'3,00(1/2) — ﬁr;/z sin (2kZ), (18.32)

where
11xucl yu

18.33
3 vén+ 8 ( |

I3, =0"(1/2,3/2) =



SUB-DOPPLER LASER COOLING = 429

is an optical pumping rate [see equation (17.53)]. With a trial solution of the form
given in equation (18.13):

05(1/2) = AN(1)e** 2 + [AY(1)]" 2%, (18.34)
we find the steady-state solution
i T3, 1
© 2V2 T3, 4 2k’

Aj(1) (18.35)

Therefore, for the spatially averaged force (18.31), we have
. 3hk|Xucl®

—T3,/2¥v2)] (1 1 1
Yor — 8 32172172 T

F3l/2 —2ikv

3ihklxucl?  kvT3), 1

= - — ] +c.c.
veu —i8 (T3, +4k2v? \ 6

_ Bklgucl?  SkuTy),

C Yeiu+ 82 (T3,)? + 4k

(F(v)) = —V2.

(18.36)

and taking into account equation (18.33), we obtain

2
FJ_
(F(v)) = —Bfv = —3hk2v8<23/2>, (18.37)
YH (Fﬁ/z) + 4k2v?

which is a friction force for red detuning (§ > 0). For H = 1/2, the sign is changed
(there is a friction force for blue detuning), and F}%/z is replaced by

2 | xucl*yu

i, =17(1/2,1/2) = .
12 (1/2,1/2) 3,2, 182

(18.38)
From our relatively simple optical pumping calculation, we have arrived at a very
important result. Near v = 0, the friction coefficient,

Br= 32 (18.39)
YH
is of order (y&y + 8%)/(yuT'3,,) > 1 times the Doppler cooling friction coeffi-
cient (5.47) calculated in chapter 5. Of course, the capture range (range of velocities
for which atoms experience the friction force) is smaller by a factor I' é‘/z /v than
that for Doppler cooling, so atoms must be precooled to this capture range.
Moreover, we see that the origin of the friction force is an exchange of
momenta between the counterpropagating fields. From equations (18.18) and
(17.50), one calculates that the phase associated with the field polarization grating is
93(1,2) = /2, while from equations (18.19) and (18.35), one finds that the phase
associated with the matter polarization grating is ¢} (1) = 7/2 + tan™!(2kv/ F3l/2).
Thus, the relative phase between the field and matter polarization gratings appearing
in equation (18.20) is

95(1,2) — g5(1) = tan™ " (2kv/T3),) . (18.40)
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For values of v # 0, the relative phase is nonvanishing, and the fields can exchange
momenta, leading to the sub-Doppler friction force of laser cooling. To show the
momentum exchange explicitly, one must write coupled Maxwell-Bloch equations
for both fields [6].

To get the final energy and temperature, diffusion must be included. Details of
such a calculation using the Wigner distribution are given in the appendix. The
diffusion coefficient has two contributions. The first, Dy, results from scattering of
the incident fields into previously unoccupied vacuum modes and is similar to that
for the two-level problem. The second, Dy, results from fluctuations in the ground-
state polarization that is created by the fields. We write the spatially averaged
diffusion coefficient as

(D) = Dy + Dy, (18.41)
with
2
4112k 4 40y
Do = Tkrsl/z - 41<23/2> , (18.42)
(Fﬁ/z) + 4k?v?
and
2
9 5\?2 Ty
Dy = JhKTs), () <23/2) (18.43)
YH (F3L/2) + 45292
If 18/(yu)l > 1, D1 > Dy, and
3 5
kT ~ = = Shl3, | — 18.44
! f 2 VH’ ( )

The temperature achieved in sub-Doppler cooling is much less than that of the
Doppler limit, kg T = 7hyp/20, if the field strength is taken to be weak. It appears
that kg T ~ 0 if the field strength goes to zero, but this is not the case. In this limit,
Dy must also be included (see the appendix). The lowest energy achievable is of
order of several recoil energies E, defined by

R 1

In Cs, T, ~2.5 uK (corresponding to approximately 13 times the recoil energy) was
obtained using this cooling method [7].
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18.1.1.3 64 — o_ polarization: G =1 = H = 2 transition

We now assume that the counterpropagating fields have o, and o_ polarizations,
respectively, such that

(1™ + &) €,

X+1y 47 X—1Y ikZ)
ere — e £
V2 V2

(XsinkZ +ycoskZ)E. (18.46)

- NM—\N\H

V2

The magnitude of the field is constant, but its direction rotates as a function of kZ;
this is referred to as corkscrew polarization. As a consequence, for a G = 1 ground
state, there is no spatial modulation of the force with this polarization—the spatial
variation of eg(j, j’)gg(G) in equation (18.11) exactly cancels that of the factor
ezk” R

The values of the spherical polarization tensor components are given in
equation (17.54). Using equations (17.54) and (18.14) and the values

111 1 211 1
EEISERE TINEN 5.7
we find that the force is
3hklxHcl? 2 1
F(v) = >MRlxnel A})(O)£ + —iIm A%, (—1)| +c.c. (18.48)
YGH — 18 6 15

Thus, to calculate F(v), we need A}(0) and A?,(—1). Note that there are now
contributions from both the differential scattering and momentum exchange terms.

For o,—o_ polarization, the combined action of the counterpropagating fields
results in Am = #£2. That is, if one starts in an w2 = 0 sublevel, the combined
action of the fields can result in transitions to m = 22,44, 46, etc. Each
successive transition corresponds to an additional spatial harmonic in ground-state
polarization that is produced. For a G = 1 ground state, the maximum A is 2,
which means that only the second harmonic contributes. This is very different from
the lin_Llin geometry, in which all harmonics can be generated regardless of the value
of G, owing to the spatial modulation of the field polarization.

Using equation (18.24) and the fact that o) = 1/+/3, we find that, in steady state,
the equations for the relevant density matrix elements are

BQ% 2 2ikZ 1\/72 2 1 id 1 1 ZkZ
—= = -1 /Q —TIe” —\/ =0y + —= + =1 ‘e 18.49
vaz c&2 € s 3 0 5«/2 5 € ( a)

v% _ _ \/7 Q e HkZ 4 2 szZ) +Lr , (18.49b)
15 c 0 B \/— ‘
1

1 iI$ B )
27 — _g 2 (1) 5[)/ - ( 28 2ikZ 932621/22) , (1849C)
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where 0%, = (02)", and

"
- VG2H|XGH| ' (18.50)
YGH +52
A trial solution of the form
03 = AsekZ, (18.51a)
0%, = Al e ¥, (18.51b)
05 = A, (18.51c)
00 = Ay, (18.51d)
leads to the equations
1 /2 1 iI'6 1
Tl +2ikv) A3 + —\/STLA + —=— A} = —T, 18.52a
( c ) 2 5 3 CAO 5\/_ VGH 6 c ( )
1 /2 1 I8 1
I —2ikv) A%, + -1/ STLAS =T, 18.52b
( c ) 2 S 3 AO 5\/— 2 vGH 6 ( )
15 1 1 /2
5 -/ 5 (A3 + A%,) ], 18.52
Ay = [3\/— 5\/;( 3+ AL) ( c)
8
A%, — AD). 18.52d
AO ﬁ YGH ( 2 2) ( )
These equations can be solved in closed form, with the solution given by
.3, n(1+i) ik
A= (AL) =T , (18.53a)
2 (S + 555 ) + 4k
1)
Al =vV2—ImAZ, (18.53b)
YGH
15 1 2 /2
F="|—=—-21/5ReA}|. 18.53
%=1 (3[6 5\/; ¢ 2) (18.33¢)
Substituting the results for A%, and A} into equation (18.48) for F(v), we obtain
150 51 Vb
F(v) = ——— hk* — 18.54
) =~y (30+30> , (18.54)

2
275 kl)

where the term with 5/30 is related to differential scattering, and the term with 1/30
is related to momentum exchange of the fields. Near v = 0 [8],

30h > )/H5

Flv) = — o pkto— 110
W)= s

(18.55)
This term is smaller than the corresponding linLlin cooling force F(v) for G =
1/2. If 8/ygy > 1, it is smaller by a factor of y2;/8% at optimum detun-
ing, it is four times smaller. The lowest temperature reached is comparable to
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that for crossed-polarized fields, however, since the diffusion coefficient is also
smaller.

18.2 Sisyphus Picture of the Friction Force for a G=1/2
Ground State and Crossed-Polarized Fields

For a G = 1/2 ground state, Dalibard and Cohen-Tannoudji [1] have given a picture
of sub-Doppler cooling in terms of a Sisyphus effect. Strictly speaking, it works
only for a G = 1/2 ground state, but the general idea is applicable to other lattice
potentials. For crossed-polarized counter propagating fields, the electric field is

E(Z t) = % [E(Z)e™"" + E*(Z)e™"] (18.56)
with
E(Z) = (% +yEe %) 2
=[(X+9)coskZ+i (X —§)sinkZ| £ /2. (18.57)

The polarization varies as a function of Z in the medium, going from linear to
circular to linear, etc. Since

X+1y
€6 =— , 18.58a
1 Nei ( )
X — iy
€ = , 18.58b
1 7 ( )
we can write the field as
E 1 . i .
E(Z) == |——=(e.1—€)e*?+ —(e 1 +e e’kz}
(Z2) > _ﬁ( 1—€1) ﬁ( 1+e€r)
Ef1 ikZ 1 ikZ+i7r/2:|
== |—=(€.1—€¢)e""+ —(€e_1+¢€)e
3 _\/E( 1—€1) ﬁ( 1+e€r)
ET 1 . i , .
S B _ i(kZ—m/4) N —i(kZ—m/4) in/4
> _\/5(6‘1 €)e +ﬁ(e_1+e1)e }e
= V2Ee™* [cos(kZ — 7 /4)e_1 — i sin(kZ — /4)e1] /2
= Ee'™* [cos (kZ) e_1 — i sin (kZ) €] /V/2, (18.59)

where the origin has been shifted by kZ = m/4; that is, kZ — kZ + n/4. The
€_1 term leads to Am = —1 transitions and the €; term to Am = 1 transitions on
absorption. From equation (18.59), we see clearly that the field can be viewed as a
superposition of two standing-wave o, and o_ fields. Since the field polarization is
spatially modulated, the cooling resulting from this field polarization is referred to
as polarization gradient cooling.

Let us first consider a H = 3/2 excited state. The ground-state light shifts can
be obtained by inspection using the field amplitude E(Z) given by equation (18.59)
and the fact that the atom-field interaction varies as Zq(—l)qﬂ,qeq. One can use
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Optical Potentials

Figure 18.1. Optical potential in units of Ey. The solid curve is the optical potential for the
m = 1/2 sublevel, and the dashed curve is the optical potential for the 72 = —1/2 sublevel.

an amplitude approach just as we did for the optical lattice potentials, adiabatically
eliminate the excited state amplitudes, and obtain an equation for the time evolution
of the ground-state amplitudes. In this manner, we find that the shift of the 2 = 1/2
sublevel in weak fields is simply

> ) 2
AE1/2=—L <S> (3313 2) sin (kZ)
Ve +8 \202 ) [+ (3. —3| 1|3, 3) cos? (k2)
B (H| V]| G 2E2 .
GH

In other words, the €; component of the polarization acts only on the mg = % —

my = % transition and the €_; component only on the mg = % - my = —1

2
transition. There is an analogous result for AE_;,,. Assuming that § > ycy and
using equation (18.9b), we find that the ground-state light shifts are

AE E hlxucl?
12 = —Eo+ s 0s2kZ, (18.61a)
h - 2
AE_1 ) = —Eq— 1161 o ookz, (18.61b)
where
h = 2
Ey = 'X?G' . (18.62)

These results agree with equation (17.63) once the potentials (18.61) are shifted
back by 7/4, kZ — kZ — 7/4. The potentials are plotted in figure 18.1 for red
detuning (8 positive).

From equation (18.32), for v = 0, we have

01/2,12 — 0-1/2,-1/2 = —sin2kZ (18.63)
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Figure 18.2. Schematic picture of Sisyphus cooling.

or
01/2,1/2 — 0—1/2,-1/2 = —C0s 2kZ, (18.64)

with the origin shift of 7/4 that we have introduced. Using equation (18.64) and the
fact that 01/2,12 + 0-1/2,-1/2 = 1, we obtain

01/2,12 = sin kZ, 0-1/2-12 = cos® kZ. (18.65)

Therefore, the maximum population is at the minimum of the potential wells,
as expected. Moreover, the maximum sublevel populations occur at antinodes
of the appropriate component of the circularly polarized field that drives those
sublevels.

What happens as an atom moves in these potentials? As an atom in the m = 1/2
state moves to the right, it tries to reestablish equilibrium by being optically pumped
into the m = —1/2 state, but this takes some time, of order (F3L/2)’1 =1y If
kvt, < 1, the atom loses energy on climbing the potential and then is pumped into
the m = —1/2 state, where it climbs and falls again. This is referred to as Sisyphus
cooling, in analogy with the Greek myth where a poor lad rolled a stone up a hill
only to have it roll down again (see figure 18.2).

Had we considered a | = 1/2 excited state and negative §, the maxima and
minima of the potentials are reversed. As a result, the maximum sublevel populations
occur at nodes of the appropriate component of the circularly polarized field that
drives those sublevels. This feature reduces the off-resonant scattering of the fields
and lowers the achievable temperature. Optical lattices in which atoms are trapped
near nodes of the field are referred to as gray or dark optical lattices [3], [9]-[11].
They have the advantage that they reduce heating produced by Rayleigh scattering
of the fields by the atoms.
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9 9,
Figure 18.3. Level scheme for coherent population trapping.

18.3 Coherent Population Trapping

Sub-Doppler friction cooling results in energy widths of order of the recoil
energy. It is possible to go below this limit using velocity selective coherent
population trapping (VSCPT) [4]. In effect, one has to create a dark state for atoms
corresponding to a very narrow velocity distribution. When atoms fall into this
state, they are decoupled from the fields. We consider VSCPT for cooling in one
dimension only—cooling in two and three dimensions using VSCPT is somewhat
more problematic [12].

The basic idea is as follows: Circularly polarized fields having propagation
constant k and polarizations o1 counterpropagate in the Z direction and drive
transitions between a G = 1 ground state and an H = 1 excited state. The
atoms are prepared in a superposition of ground-state sublevels in which there is
no population in the mg = 0 sublevel. As a consequence, the mg = 0 sublevel is
never populated, since the incident fields can excite only the 2y = 0 sublevel and
the mpy = 0 sublevel is not coupled to the 76 =0 sublevel by spontaneous emission
(owing to selection rules). In effect, the atom—field geometry reduces to the A scheme
shown in figure 18.3, in which g are the mg = +1 sublevels and ¢ is the my = 0
sublevel. States are labled as |, P), where « is an internal state of the atom, and
P is the Z component of the atom’s (quantized) center-of-mass momentum. In the
absence of spontaneous decay, states |g_, P — hk) and |gy, P + hk) are coupled by
o+ counterpropagating fields to state |eg, P). The center-of-mass energies associated
with these states are Ep_ng, Epinr, and Ep, where Ep = P?/2M.

We know from chapter 9 that there is a dark state if the detunings of the two
fields are equal. For equal frequency fields, the detunings are given by

kP Rk
5+=8+Ep’p,hk=5+ﬁ—m, (18.66a)
kP hk?
(S_ =6+EP’P+hk=(S—M—m, (1866b)

where Ep pr=Ep — Ep.. As a consequence, for equal-intensity fields, the state

1
W(P)=—(lg_, P —hk)—|g., P+ hk 18.67
|W(P)) 7 (g ) — 18+ ) ( )
is a dark state, provided that P = 0. If scattering brings an atom into the state |¥(0)),
it is decoupled from the fields. Atoms must have P < 2hk to be able to fall into the
trapped state via scattering. Eventually, all atoms scatter into the P =0 state. Note
that the trapped state is not an eigenstate of momentum, so measurement yields
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two peaks, centered at +hk, provided that P = 0. The widths of each of
these peaks decreases the longer the field interacts with the atoms, a process

that is governed by Lévy statistics. For some limits on this type of cooling, see
Bardou et al. [13].

18.4 Summary

We have shown that optical pumping gives rise to two distinct sub-Doppler cooling
mechanisms. The first involves an exchange of momentum between the fields
resulting from scattering of the fields from a matter-state polarization grating that
is created by the fields. The second mechanism involves a differential scattering of
the fields from a ground-state sublevel imbalance produced by optical pumping.
Both of these mechanisms require ground states having magnetically degenerate
substates. A third type of sub-Doppler cooling, coherent population trapping,
involves optical pumping of zero-velocity atoms into a dark state. In the next
chapter, we return to our discussion of atom-quantized field interactions. Instead
of using the Schrodinger representation, however, we obtain equations of motion
for operators in the Heisenberg representation and derive a source-field expression
for the electric field operator in terms of atomic state operators.

18.5 Appendix: Fokker-Planck Approach for Obtaining
the Friction Force and Diffusion Coefficients

18.5.1 Fokker-Planck Equation

This appendix contains a calculation of the diffusion coefficient and the final energy
distribution for sub-Doppler cooling. There is quite a bit of algebra needed for the
derivation of these quantities, so the calculation may appear somewhat complicated.
You should keep in mind that we are trying to find the Wigner function for the
ground-state population density. To do this, we obtain a Fokker-Planck equation
for the ground-state density matrix elements.

We have seen that the modifications of ground-state populations and coherence
give rise to two contributions to the sub-Doppler friction force, one produced
by differential scattering from any unmodulated population imbalance and one
by momentum exchange of the fields via a spatially modulated ground-state
polarization. Optical pumping also results in momentum diffusion for the atoms.
This spontaneous contribution to diffusion results from the recoil an atom undergoes
when a field is scattered into a previously unoccupied vacuum field mode. We
have already encountered this contribution to diffusion in conventional Doppler
cooling—the additional degenerate sublevels simply complicate the algebra. There
is, in addition, a stimulated contribution to diffusion resulting from fluctuations in
the spatially modulated ground-state polarization.

We assume that the atomic momentum is much greater than the recoil momentum
and that the energy of the atoms is greater that the ground-state light shifts. If
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this is not the case, one must solve the full quantum dynamics for the atom-field
system using the eigenstates of the atoms in the periodic light shift potentials. If the
momentum is much less than the atomic momentum, changes in atomic velocity can
be treated in a diffusion or Brownian motion approximation. In statistical physics,
the Fokker-Planck equation for the phase-space distribution function describes such
diffusive motion. The Fokker-Planck equation can be derived as an appropriate limit
of the transport equation. A general form of the Fokker-Planck equation is [14]

df(Z, P, t) N df(Z, P, t) 32 f(Z, P,t)
v I Y
ot 0Z P2

where f(Z, P,t) is the distribution function, B is a friction coefficient, D is a
diffusion constant, and v = P/M. We consider one-dimensional motion only. It is
assumed that the transverse velocity distribution undergoes negligible cooling when
the incident fields are directed along the Z axis.

The goal in this appendix is to derive the analogue of the Fokker-Planck equation
for the Wigner function associated with the ground-state population. You may recall
that the Wigner function was discussed in chapter 5 and is the quantum analogue of
the distribution function. The starting point for the calculation is the generalization
of equation (17.27) to include the center-of-mass motion of the atoms, starting from
equation (5.73). There is considerable algebra needed to derive such an equation,
and we do not give the details; however, the final equation simply reflects the recoil
processes described earlier. Explicitly, we find [15]

Py 0-0'0
y {65(77 i)S(K.K'. K, G, H,j.jo (P.P'+hkjj. t;G)

0
=5 [BPf(Z P10l + D (18.68)

+iwp pok(P, P G) = (1) (

+e8(7, IS (K, K', K, G, H, j, ot (P — hkj, P', 1 G)

+T(K,K',K,K,K',G, H,j i) /dm KK, 0. j.7;9)

x oK, [P+ h(q — k;), P’ + hiq — k;) } (18.69)

where
(PZ _ P/Z)

A 18.
2EM (18.70)

wP,P’ =

T(K.K',K,R,R',G, H,j,j)=3(-1)"F* 2H+1) Bg
x[2K +1) (2K +1) (2K +1) (2K +1) 2K+ 1)]'/2

sIzncl (véu+62) " AKK K. K. R, K'.G, H), (18.71)
L Kk k) [KXK) (XK K
AK.K'.K.R.K'.G. H) = (2X+1){K P X} GH13{HG 1y,
GH1) |HG 1

(18.72)
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S{(K,K',K, G, H, j,j')==3(=1)F"*K [2K + 1) 2K +1)]"?
5 1 JKK'RKf11K
1/2) 5 2 . 1
X(2K + 1) [xncl” (ven —i6) {G G G} {G G H} (18.73)

S (K,K',K,G, H,j,j)=(-1)***K[s(K,K,K,GH,j )" (18.74)

o 3 _ N iy
MR R KO, 139) = (—1)F K2V R 41 (K p I‘<> YeolQeg (7. ')

8 0-0'0
(18.75)
By = /167/38g o+ /87/156 5, (18.76)
g = kcos®, (18.77)
ky=—ky =k, kjj =k —kj, (18.78)

Y o(€2) is a spherical harmonic, and all other symbols have been defined in the text.
A summation convention is used in equation (17.9), and all subsequent equations
in this appendix in which any repeated indices appearing on the right-hand side
of an equation are summed over, unless they also appear on the left-hand side of
the equation. There is no sum over G or H, since only one value for each of these
parameters is considered.

Admittedly, this is an algebraically complicated equation, containing an integral
over the projection, fiq cos 6, onto the z axis of the recoil momentum associated with
scattering of the field into the vacuum mode. Nevertheless, it is a relatively simple
matter to program this equation; a link to a Mathematica notebook that accom-
plishes this task is posted at http://press.princeton.edu/titles/9376.html. The next
step is to convert equation (18.69) to the Wigner function using equation (5.77c¢),

0H(Z. P 1;G) = (Znh)’l/ dugl(P +u/2, P —u/2,tG)e™?/". (18.79)
From equations (18.69) and (18.79), and using the fact that

(2zh)! / duug((P +u/2, P —u/2,t;G)e™ " = (h/i) D0t (Z, P, 1;G) /0 Z,
(18.80)

we can obtain

9, 9 x 1= (o (K K KY
(8t+vaz)gg<z,1’,t,c>—< 1) (Q_Q/Q)e

ik;j Z

X /dsz MK, K K, O}, i Q)Qgi [Z, P +h(q—ki/2 — kjr/2), 1G]

+e§(7, iNSHK, K, R, G, H, j, ot (Z, P + hky; /2,1 G)

+ €507 /IS (K K K. G H, . )l (2. P = Bkjp/2,5:G) | . (18.81)
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The ground-state population Wigner distribution is equal to (2G + 1)'/2 x
03(Z, P, t; G), so we need to get an equation for 0)(Z, P, t; G). To arrive at a Fokker-
Planck equation for o)(Z, P, t; G), we expand equation (18.81) to second order in &
to arrive at

3 3\ o (—1)K etk 2
tv— ) oAZ P.t;G) = L
( ”az) 2! Iy G

x {T(O, K. K,K,K',G H,j,j) /dm(K, K, K, Q,j 59

doty (Z, P.1;G)

X [h(kcos@ —ki/2 —kj/2) P

0f (Z.P.1;G)

+ W (kcos® — k; /2 — kj1/2)* 53

S+(09 K/v K/, G, Hv jv l/) 8@5” (Z7P7t; G)
-S_ (0,K',K',G,H,j,j) oP

S.(0,K,K',G, H,j,j ] azggi(z,P,t;G)}

+S_(0,K',K’, G, H, j,j) 9 P2
(18.82)

where equations (18.71) and (18.72) were used. Note that there is no zeroth-order
term in /i on the right-hand side of the equation, since the total population is constant
if recoil is neglected.

The next step is to find equations for the remaining elements Qg( Z, P,t;G) for
K # 0. We need keep terms only of order & in these equations, since higher order
terms lead to terms of order A’k in the equation for Qg(Z, P, t; G). Moreover,
we can solve for these terms in quasi-steady-state, since they adiabatically follow
the total ground population, once any initial transients have died away. Thus, for
K # 0, we expand equation (18.81) in steady state to first order in % to arrive at

K . / 74
anQ(za,;,t,G) _ (1)@ <1< K 1<> ok ?

0-0'0
x {T(K, K'.K,K,K',G, H,j, ;'/)/dm(K, KK, 0} ;9

x [08(Z. P.#5.G) + hlkcost — ki/2 — ky /20008 (Z, P. 15 G)/0 ]
S.(K,K',K,G, H,j,j

+ i ) K(z P, t;G
G(]])—I-S(KK’KGH;/)QQ( )
S.(K,K',K,G, H,j,j) ,

+ €X(j, 7"\ hk;; ~ 90K.(Z, P, t;G)/oP } .
GQ(l ]) jj _S (K.K',K.G. H, /.’].,) QQ( )/

(18.83)

We now have all the ingredients in place to calculate the diffusion coefficient.
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18.5.2 G=1/2; lin_Llin Polarization

For G = 1/2 and linllin polarization (17.50), only o and o} contribute.
Equations (18.82) and (18.83) reduce to

300(Z, P, 1) 300(Z, P, 1) N fiks d0M(Z, P, 1)
—Th = AR o g 20015 D)
ot 7 H\ AR eSS T
h*k? 3%05(Z, P, 1) . %*i(Z, P,t)
5 [CH 32 —DHSIH§78P2 ]}
(18.84)
and
an(l)(Z, P,t)
07
hks 009(Z, P, t
= Fﬁ —Q(l)(Z, P,t) —siné& Qg(Z, P, t)— Eg— coségo(i”) ,
YH P
(18.85)
where
& =2kZ, (18.86)
Aip=3,Cip=2 Dip=1, Eipp=3,
Aspp = =3, C3, =41/10, D3 =—4/5, E3pp = =3, (18.87)

and it is understood that G = 1/2. The first term in equation (18.84) gives rise to the
friction force. It also gives rise to a contribution to the diffusion coefficient, Dy, that
results from fluctuations in the spatially modulated ground state polarization. The
last term in equation (18.84) gives rise to a contribution to the diffusion coefficient,
Dy, that results from fluctuations in the way the incident fields are scattered from
the (average) ground-state population and coherence. These fluctuations result from
both the “out” terms, reflecting a difference in the scattering rates for the two fields
and the “in” terms, reflecting the diffusion resulting from scattering into unoccupied
vacuum field modes.

To solve these equations, we make an approximation akin to the rotating-wave
approximation. We neglect any rapid spatial variations (e.g., sin 2§ variations) in
Qg(Z, P, t) and assume that QS(Z, P t)~ Qg(P, t), independent of Z. This approxi-
mation is based on the neglect of particle localization in the optical potentials. With
this assumption, we find that the periodic solution of equation (18.85) is

1 & , Sinf/gg(P, 1)
00(Z, P, t) ~ —— di' e~ (68 e

OH J-co +EH?/—1:S cos é/iag‘%(ll;’t)
1 (sin€ — apcos&) o) (P. 1)
= ) e |- (18.88)
1+ay —i—EH%(cosf;‘—i-aHsmé) e
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where

2kv  2kP (18.89)

o = — = .
=Tl T Mrg

and the I'}; are given by equations (18.38) and (18.33).

We substitute equation (18.88) into equation (18.84), replace sin® & and cos? & by
1/2, and neglect rapidly varying terms—that is, terms varying as sin 2§ or cos 2. In
this way, we arrive at the spatially averaged Fokker-Planck equation

300(P,t) 9 0 dog(P, 1)
— = __—<S—(F(H,P P Dy(H, P)) ———
3 [(Do(H, P))0d(P, ¢
| O [Do(H, P)) (P, 1) } (18.90)
oP
where the spatially averaged friction force is
h?vs 1
F(H,P))=A , 18.91
(F( )) = An Vi 1+al, ( )
and the spatially averaged diffusion coefficients are
T 1 Dy
Dy(H, P)) = B{Cy+ 3 18.92
(D, Py = 5T (Gt 3 20 ) (18.92)
and
2 1
(Dy(H, Py = HEH (hk(s) Uh (18.93)
For H=1/2,
hk*vs 1
(F(1/2. P)) = > kv — (18.94a)
Y12 1 +051/2
(Do(1/2, P)) = B2*R*T+ 1+1# (18.94b)
) 1/2 4 1 +a%/2 ) .
2 L
r
(Dy(1/2, P)) = J (hk‘s) Hz , (18.94¢)
2 \yip 1 +ai,
while for H=3/2,
2
1
(F(3/2, P)) = _3hk ”372, (18.95a)
V32 1 +C¥3/2
41R*R TS, 4 1
Dy(3/2,P)) = ———L2(1- ——— |, 18.95b
(Do(3/2, P)) 20 ( 411_’_“%/2 ( )
2 FL
(Di(3/2, P)) = 2 (W> A, (18.95¢)
2\ysp/) 1+a3,
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18.5.3 G=1 to H= 2 Transition; o, — o_ Polarization

For G =1, H=2, and o} — o_ polarization, only o and

o= AL =M = A (18.96)

contribute. We have suppressed the explicit dependence on P and # in these
variables. With yoy = y = yu/2, equations (18.82) and (18.83) reduce to

800 _ T 1 2l + (is/5y) (43 — A2,)]
at  J3 | aP 2
hk* 9* V30" N 2, a2
+ 250 5 pzl407300 +28V6 A7 - 33 (A5 + A%,)] (18.97)

for the ground-state population density and to the quasi-steady-state matrix
equations

MiA = MydA/0P + A9 + rka™), (18.98)

for the other elements, where

o
3
L
I

1 , .
5 SV2y 52y
0o u e V6
M 15 15 15 (]8 99)
1= s VG ) , .
sjfz;/ T 1+iy 0
—is Jg .
5\/’2}/ s 0 1-—iy
0 3 1 1
S 52 52
=7 0 is_ —is
My = V3 Ve er (18.100)
iy 000
—1 i
iy 000
and
Ay 0 —\/3
1 2
) 1
32 909
A= Ag C A0 T, am = 00 (18.101)
A2 Zx/g aP _5«/31/
2 1 is
A—Z Zx/g 5\/§V
with
2kv  2kP
=R (18.102)
T, M

and I', given by equation (18.50).
The solution of equation (18.98), written in the form

A =AY 4 rkAY, (18.103)
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is

A9 = A[0] = M; A0 (18.104)
and
a0 aM;!
A(])zM;lk + M 1M2M11 P M;le P A0 (18.105)

The solution for A”) is given by equations (18.53), multiplied by v/303(Z, P, t). The
three terms in equation (18.105) are designated as

All] =MW, (18.106a)
a0

Al2] = MMM T (18.106b)
aM;!

A3l =M;'M, P A0 (18.106¢)

There is considerable algebra required to evaluate equations (18.104) and
(18.105), but they are handled easily by a computer program. After solving for A
and A, we substitute these values into equation (18.97) and write that equation in
the form (18.90). The friction force is given by

hkT!

Fiy) = == Z =2 4001 + (i3/5y) (43[0] — A%,[01)]
_ _Q 2, yHS
17hk 157 1 et (18.107)
where y is defined in equation (18.102),
¢l =275/51, (18.108)

and y =ygu=ypn/2. This result agrees with equation (18.54). There is an additional
contribution to the force arising from the last term in equation (18.105) that can
be included; however, this term is small for the range of parameters for which the
theory is valid (see problem 10). The diffusion coefficients are given by

h2RAT
Doly) =~ [4o7d§+ 28«/§A§[0]/Q8 — 114/3 (A2[0] + A2, [0]) /Qg}
383 82+ 592 + 2%y
R 18.109
T 425 582 + 5y? —l—clyzyz ( )
with
¢ = 4275/766, (18.110)

and

Di(y) = Da(y) + Du(y), (18.111)
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with

-1

R?R*T. 900
Duly) = S VAT +68/5) (4 []_A22[11)1<8Q13>

_ R2RT.2S (Sy*+ayy?) - 82_

18.112
S 82 4+ 5y2 + c1y*y? ( a)
hzkzr/ aQO -1
Dy(y) = A32] — A%,[2 —0
M) = T E VA2 + 8757 { 2,2 (52)
_ RRRRTY 34375yt + 75y2y? (425y2 — 1362) + 3065 (52 + Sy )
2601 (82 4+ Sy? + c1y?y )
(18.112b)

Near zero velocity (y = 0), we can write a single diffusion coefficient [1, 8],

(18.113)

D= Dyt Dy = BRIET <348 432 2 )

425 T 17 52452

18.5.4 Equilibrium Energy

Having calculated the friction and diffusion coefficients, we can estimate the
equilibrium energy starting from the Fokker-Planck equation (18.90). In steady
state, the solution of that equation for the ground-state population density ¥ (P) =
2G+ 1)'720(P; G) is

oy(P)  dUDo(P)Y(P)]

—(E(PNY(P) + {Di(P)) —— ap

= constant = 0, (18.114)

where we take the constant equal to zero to insure that ¥ (0) is finite. Once we
calculate ¥ (P), we can find the equilibrium energy by evaluating the average value
of P2/2M. In terms of dimensionless variables, equation (18.114) can be written as

oz T aDo(B) Mo av(B)
—5,31:(,3)"‘3 op W(ﬂ)"'jD(ﬂ)T—Oa (18.115)
where

= o M(F(B))
E(B) = ST (18.116a)
~ (Do(B))
DolB) = Ty (18.116b)
Big) — LP1B) + (Do(B)] 18.116¢)

h2 k2T '
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P My 2 Mv?/2 E

==t = RN = B (18.117)
§=8/ym. (18.118)
- r’

M = o (18.119)

and I'" is the optical pumping rate appropriate to a given level scheme (I'f; or T.).
The (I''/2)(0 Dy /9B) term in equation (18.115) acts as an effective force, but usually
can be neglected (see problem 9). The solution of equation (18.115) with the neglect
of this term is

o [P . o
wip) = viorexp {25/ [ g [ (9) /D (8]} (18.120)
To proceed further, we must put in the specific forms for the friction and diffusion
coefficients.
18.5.4.1 linLlin polarization
In this case, from equations (18.116), (18.91), (18.93), and (18.92), we have

3 N A
F(B)=Fulp) = ———. (18.121)
14 1682/T
5 C Dy/2 + AgEpés?
D) = S 4 Pr/2+ Au e (18.122)
2 (1 +16p2/T1; )
Setting
x=4B/T, (18.123)
we can write equation (18.120) as
x AH
= (0 - 'dx’ 18.124
V(x) = ¢( )exp[ ﬂH/O x x]H+(1+x,2) GH] ( a)
dHAH GHxZ
= S P (L e
e B Tem “( +GH+]H>]
PN
Gyx ) 2Gy
=y0) 1+ 2= , 18.124b
¥ )( Gt In ( )
where
Gu = Cp/2, (18.125)
Ju = (Du/2 + AuEns?) /2, (18.126)
ay = —3p/8, (18.127)

and Ay, Cy, Dy, and Ey are defined in equation (8.87). (Note that ay Ay > 0. If
H = 1/2, Ay = 3, but § < 0 for cooling; if H = 3/2, Ay = —3, and § > 0 for
cooling.)
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Figure 18.4. Graph of (E)/Eg as a function of |a3/2| when H = 3/2 and § = 5 (solid line)
and § = 1 (dashed line).

The average equilibrium energy, in units of the recoil energy Ex = h*k*/2M, is
given by

(E)  [CLw(BBrdp Ty [oo vix)xtdx

Ex  [LvBlds 16 [X y(x)dx 18128
The integrals are tabulated, enabling us to obtain
(E) _ Ty Gu+/n
Er 16 Apay —3Gy
_day_ Gut]n (18.129)

ST AHCIH — 3GH.

Since ay is proportional to the field intensity, the average energy decreases linearly
with decreasing intensity for Agay > 3G, reaches a minimum, and then increases
as the field intensity is lowered even more, owing to spontaneous contributions to the
diffusion coefficient that dominate at these low field intensities. A graph of (E) /Eg
as a function of |a3/2| is shown in figure 18.4 for § = 1 and .

The average energy actually diverges when Agay = 3Gpg, but the calculation is
not valid for such field intensities. The minimum energy occurs for agAy = 6Gy,
such that

(E) Gu+Ju

-— =48Gy——=—

ER )min " A%—Iaz

Cy+ (DH/Z + AHEHSZ)

=12C ~
" A232

. (18.130)

For H=1/2,

(E>> =24[1+5/(185%)], (18.131)
ER min
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(18.132)

and for H=3/2,
(B} 246 [1+37/(906%)] .

ER)min B 5
The minimum average energy is roughly 20 to 50 recoil energies, justifying our
approach in which it was assumed that E/Eg > 1. On the other hand, the ratio of

the particle energy to the optical potential depth U
= = hlxncl*/8)

[UH=1/2) =
is of order unity, implying that spatial modulation of the density may play a role

Nevertheless, the solution (18.129) is in good agreement with the fully quantum-

2K xucl*/8 . U(H = 3/2)
mechanical result [5]. New features also enter when cooling in two and three

dimensions is considered [16]-[18]

18.5.4.2 o, — o_ polarization

In this case, the expressions for the diffusion coefficient are much more complicated

Following a procedure identical to crossed polarization and again neglecting the
)xZdx

aD, /0B term, we arrive at
(E) S wgprds T2 [ vl
Eg [ w(B)dp l6cig %o vl
4cialg [T V(x)x7dx (18.133)
82 % d(x)dx '
where
Y(x) = ¢ (0)exp l / dz 11; ] (18.134)
. 120 1
(2) = SETR Sy (18.135)
D < Gt LR
Y= 45 1+z 5 1+z
8g8% L <2
L7 & (425 526 )z+ 11z ’ (18.136)
(1+2)
1
= _—, 18.137
§7 5 452 ( )
(18.138)

l6cigh® _ R

2 _
==

X
Fc
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and

~~/

g = e (18.139)
8c1g
The integrals must now be done numerically. One arrives at a behavior qualitatively
similar to the lin_Llin case.
In both the linLlin and corkscrew polarization cases considered, the velocity
distribution is not Gaussian and the half width can be considerably smaller than
(v2)1/2. Examples are left to the problems.

Problems

1-2. Write a computer program for equation (18.24)—that is, write a program
that gives these differential equations once the field polarizations are specified.
Using your program, verify that equations (18.32) and (18.49) are correct.

3. Calculate the friction force for the linLlin geometry anda G =1/2, H=1/2
transition. Show that the detuning must be negative (to the blue) for the force
to be a friction force.

4. In the model of Sisyphus cooling, calculate the light shifts for a G = 1/2
ground state and both H = 1/2, 3/2 excited states.

5. In the model of Sisyphus cooling, show that the v = 0 atoms are localized near
the nodes of the field for a G = 1/2 ground state and an H = 1/2 excited
state.

6. Using the light shifts and steady-state ground-state populations in Sisyphus
cooling for a G = 1/2 ground state and an H = 1/2 excited state, calculate
the force on atoms having v = 0 as a function of Z and show that the average
force vanishes.

7. Continue problem 6 by calculating the force for atoms moving with velocity v.
To do this, use the steady-state values for the ground-state population
difference (phase shifted by 7 /4) that can be obtained using equations (18.34)
and (18.35), and show that the result agrees with equation (18.37).

8. Write equations for the state amplitudes for the three levels in coherent
population trapping, using a Hamiltonian in which the center-of-mass motion
of the atoms is quantized,

PZ . . ; ; .
H = 5o+ Ty leo) (eol + T (leo) (g1 7" +Jeo) (g e FH 7" + adj.),
where k = kz. The energies of states |g+) are taken to be zero and the

fields are resonant with the transitions. Show that the families of states
lg_, P — hk), |g+, P + hk), |eg, P) are coupled by the fields and that |¥) =
\% (lg—, P — hk) — |g+, P + hk)), while not coupled directly to state |ey, P) by
the fields, is a dark state only for P = 0.

9. Show that the (I'/2)(3Dy/dB) term in equation (18.115) leads to additional
force terms such that

Fopo_8 9D
syl dy
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11.

12.
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where y = 2kv/T” = 48/T". As a consequence, show that the exponentials in
equations (18.124a) and (18.134) are replaced by

* agAup+ Dy/ [2(1 4 x?)]
exp{—/(; xdx Ju+ (1+x?%) Gy }

and

2 I 59 1
1(/* d/aCF(z)"%§u+zv
exp | = z = ,

2 Jo D(z)
respectively. Note that the new terms are down by order ay or a, from the
leading terms and generally can be neglected for values of ap or a. where
the theory is valid. Of course, since the corrections appear in exponents, to
be neglected, the integrals of these terms must be much less than unity over
the range of ay or a. for which the distribution function is nonvanishing.

Show that the third term in equation (18.105) leads to an additional force term
of the form
RkL. , -1
Fr= == [=V2AB1+ 63/57) {4301 - 42,01} (o)
3
202K 250y 21675(1 4 c1y*/5)y® + 5(663 + 1100y*)y*6> —204y25*
M 44217 (82 + 5y2 + c192y2)°

and that this changes the exponential in equation (18.134) to

1% af@)-TR)
exp [2[) dz —D(z’)

’

2 4
250 221675 (1+ &) +20 (663 + 11002 ) 5 — 32643

&)= o7 o (1+2)

Again, this is down by order a, from the leading term and generally can be
neglected for values of a, where the theory is valid.

Graph equation (18.129) as a function of ay for H = 1/2, § = —S5, and
8 = —1. Numerically obtain a graph of (E) /Eg as a function of a. from
equation (18.133) for § = S and § = 1.

Graph the distribution given by equation (18.124b) as a function of x for
H=1/2and § = —5 and both ayy = 4 and ayy = 1.5. Write an expression for
a Gaussian having the same value of (x*), and graph both the actual and
equivalent thermal (Gaussian) distributions. Compare the two graphs, and
show that width of the v distribution is smaller than that of the Gaussian—in
other words, mean energy is larger than the half width of the distribution.
Repeat problem 12 for corkscrew polarization and § = 5 for both a, = 800,
400. Numerically find (x?) that corresponds to these values, and graph the
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actual distribution and the (unnormalized) Gaussian distribution having a
mean square width equal to (x?). Compare the two graphs, and show that
width of the v distribution is smaller than that of the Gaussian—in other
words, mean energy is larger than the half width of the distribution.
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Operator Approach to Atom-Field
Interactions: Source-Field Equation

For the most part, we have used the Schrodinger representation to this point. In
this chapter, we consider the equations of motion for atomic and field operators
in the Heisenberg representation. The atomic and field operators already contain
an implicit trace over other state variables. For example, the atomic population
difference operator o, contains a trace over field variables, while the number
operator 7z = a'a involves a trace over all atomic variables. Thus, use of the
Heisenberg representation can greatly simplify calculations when we are interested in
field or atomic variables only. On the other hand, if one is interested in correlations
between field and atomic states, the Schrodinger representation is often more
useful, but computationally more cumbersome. As an application of the Heisenberg
operator approach, we derive a source-field expression for the electric field operator
that relates the properties of the field to those of the atomic sources that create the
field. In this fashion, one arrives at an equation that closely mirrors its classical
counterpart.

The Heisenberg representation was discussed in chapter 15. Of particular
relevance to this chapter are the equations for the time development for the
expectation values of operators. Recall that in the Schrodinger representation, the
density matrix @%(¢) is a function of time, while operators such as AS are time-
independent. On the other hand, in the Heisenberg representation, the density
matrix o' = 95(0) is time-independent, while operators such as A(¢) are functions
of time. The expectation values of operators in the two repesentations are related by

(A%) =Tr [@(t) A%] = (A" (1)) = Tr [@%(0) A" (2)] . (19.1)
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19.1 Single Atom

19.1.1 Single-Mode Field

We consider first a single-mode field interacting with a single, stationary, two-

level atom located at the origin. In the RWA, the Hamiltonian is given by
equation (15.34),

hawo

H= — o+ howa'a + h(gora + g'a'o_), (19.2)
with
w 12
= —i . 19.3
g=—iun (2716012) (19.3)

We have dropped the boldface notation here for Heisenberg matrices since all
operators in this chapter are matrices. The operators appearing in equation (19.2)
can be taken to be either Schrodinger or Heisenberg operators. In this chapter, unless
indicated otherwise, all operators are assumed to be time-dependent, Heisenberg
operators, except for the density matrix, @%(¢). At time ¢ = 0,

0+(0) = [2)(1], (19.4a)
o_(0) = [1)(2], (19.4b)
o1(0) = [1)(1], 02(0) = [2)(2], (19.4¢)
0ij(0) = 1) (/l, (19.4d)

that is, the operators coincide with the Schrodinger operators. It is important to
remember that these equations hold only at ¢ = 0; in general, o;;(¢) # |i)(j]. On the
other hand, equal time products of any Heisenberg operators are the same as their
Schrodinger counterparts since

A(t)B(t) = &'t Ae~1Ht gt Ht Bo=iHE — piHt ABo—1HI (19.5)

Thus, 0;;(t)ow(t) = 0i(t)S; .
The equal time commutators for the atomic and field operators are

[o1, 0:] = [02,0,] =0, (19.6a)
lo1,04] = -0y, [o1,0_]=0_, (19.6b)
lo2,00] =0y, |o2,0_.]=—0_, (19.6¢)
loy, 0] = =204, [o_,0,]=20_, (19.6d)
[oy,0-] =0y, (19.6¢)
[a.a]=[a",a"] =0, [a.4a"]=1, (19.6f)
0ij,a] = [0i;,a"] = 0. (19.6g)
The time evolution of the operators, obtained from
. 1
o = —|o, H], (19.7)

ih
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is given by
61 =igoya—igtalo_, (19.8a)
0y = —igoja+igtalo_, (19.8b)
6, = —2igo,a+2igta'o_, (19.8¢)
64 =iwgora —igta'o,, (19.8d)
6_ = —iwyo_ +igo.a, (19.8e)
a=—iwa—ig‘o_. (19.8f)

These are operator equations. Moreover, they are nonlinear equations, since they
contain products of atomic and field operators. Thus, it would seem that the
prospect of obtaining solutions of these equations is not good. However, the
Hamiltonian (19.2) is just the Jaynes-Cummings Hamiltonian for which we have
already obtained exact solutions in the 7 basis. Thus, while it appears that
equations (19.8) have no obvious solutions, it must be true that it is possible to
solve exactly for the expectation values of these operators using the # basis. Recall,
however, that while o (0)a(0) [1,n) = /n|2,n — 1), since o,(0) and a(0) coincide
with the Schrodinger operators, oy (¢)a(t)|1,n) # /n|2,n—1) for t # 0. As a
result, the solution in the 7 basis for the operators is not as transparent as it was
in the Schrodinger representation for the state amplitudes. So far, the Heisenberg
representation does not appear to have simplified our lives.
On the other hand, if we start in the state

S s
0°(0) = |a)(@]@z:0m(0). (19.9)
where |a) is a coherent state for the field, and @3,,,,(0) is the initial state atomic
density matrix operator, we can examine under what conditions the atoms evolve

as if they were subject to a classical monochromatic field. To do so, we need to take
expectation values of equations (19.8a) to (19.8e). It is simple to evaluate

(01) = 011(t), (02) = 022(t), (o4) = 012(t), (0-) = 021(t). (19.10)
In addition, however, we must evaluate terms such as
(0:.a) = Tr [0°(0)o a] = Tr {0 alt) [Jo) (@leS,pml0)]} (19.11)
where, as a reminder, the explicit dependence of the Heisenberg operator a on the
time has been indicated.
In order to be able use

a(0)|a) = ofa), (19.12)

we integrate equation (19.8f) formally to obtain

t
a(t) =a(0)e*iwt—ig*/ e =g (¢)dt (19.13)
0
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and substitute this result in equation (19.11) to arrive at
(o a) =Tr [0 ()a(0)a){x]@S;,,,(0)] e

t
—ig"Tr { / e o (¢)dt |a) («]@5,,,(0) | - (19.14)
0
With the aid of equation (19.1), the first term can be evaluated as

Tt [0y (£)a(0) o) (e]@3,0n(0)] = Tt [0 ()]0t} (105;0n(0)] = & Tr [04(2)03,(0)]
= oTr [04:(0)05,0,(1)] = Tr [12)(1103,,,(2)] = 012(2), (19.15)

and we find that equation (19.14) can be written in the form
. ! . ,
(opa) =ae o (t) —ig"Tr [/ e g (¢)dl |a)(@le3,,,(0)| . (19.16)
0

If we can neglect changes in the field (assume that it remains in the initial coherent
state |a)), then we can neglect the second term in equations (19.13) and (19.16). In
that case, taking expectation values of the operators in equations (19.8), we recover
the Bloch equations

022(t) = —igae 012 (t) + ig*a*e 021 (t), (19.17a)
012(t) = —iwo12(t) — ig*a*e™ [02a(t) — 021(2)], (19.17b)
021(2) = 01,(t), o11(t) +022(t) =1, (19.17¢)

if we make the association g = x. Equations (19.17) are valid only for sufficiently
large o and sufficiently small times to ensure that fluctuations in the field do not play
a role. In other words, they cannot reproduce the quantum collapse and revival we
found in chapter 15. Formally, the equations are valid in the limit that « — oo and
g — 0, but the product ga goes to a constant.

19.1.2 General Problem—n Field Modes

Now we extend the calculation to an arbitrary number of field modes. In free space,
the vacuum field always introduces an infinite number of field modes with which we
need to contend. The Hamiltonian in this case is

ha) . .
H="Po.+) hoala +Zh(gf"+“f+g7“;“‘>’ {19:18)
j j

where

W 1/2
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The equations for the operators are

Gi(t) =i gjoi(tla; —i Y _glalo_(t), (19.20a)
i i
6(t) = —i Yy gia) (oa(t) — 01(2)) + iwooy (2), (19.20b)
j
a;(t) = —iwja;(t) —igio_(t), (19.20c¢)

with o_ 201,02 =1-o0y.

19.1.2.1 Atomic operators

The formal solution of equation (19.20c¢) is
. 4 . ,
aj(t) =a;(0)e " —ig* / et g_(¢)dt. (19.21)
0
Substituting this equation and its adjoint into equation (19.20a), we find

t
61(t) =i gior(t)a;(0)e ™+ Ig; o (1) /0 g (¢)d
i i

+ adj. (19.22)

In the Weisskopf-Wigner approximation, we can calculate the sum in the second
term just as we did for spontaneous decay. Explicitly, we find

> lgilPe T = yy8(t — ), (19.23)
j

implying that the second term in equation (19.22) is

%0+(t)a_(t) - %az(t), (19.24)

[having used fot 8(t — t')dt’ = 1/2] and equation (19.22) reduces to

G1(t) =i gjoi(t)a;j(0)e" =iy grai(0)o_()e™" + yroa(t). (19.25)
i ]

Recall that [0+(2), a(0)] # 0 for  # 0.



458 = CHAPTER 19

In a similar fashion, we find

G61(t) = y202(t) + i Zgig-i—(t)d;(O)e”""ft
j

—i Y gra(0)o_(t)e", (19.26a)
i

6o (t) = —ya0a(t) — i Zg/UJr(t)d,'(O)e*"’”ft
i

+i Y gral(0)o(t)e™r, (19.26b)
i
61(t) = = (v —iwo) 0w t) —i Y gla}(0)ox(t)er, (19.26¢)
i
G- (t) = = (y +iwo) o (t) +i ) gjou(t)a;(0)e ™", (19.26d)
a;(t) = —iwja;(t) — igio_(2). | (19.26e)

The equations for the field operators contain relaxation terms and fluctuation terms
involving a;(0) or aI(O). If the fluctuation terms were not present, the commutation
relations for the operators, as well as the expressions for operator products such as

0ij(t)ow(t) = 0il(£)d) k, (19.27)

would no longer be preserved. The presence of relaxation terms and fluctuation
terms is a particular case of the fluctuation dissipation theorem [1].

Now, we have gotten somewhere using the Heisenberg representation, even if we
cannot solve these equations. We see how spontaneous emission enters in a simple
fashion within the context of the Weisskopf-Wigner approximation. Moreover, if
need be, we can calculate the effect of quantum field fluctuations on the atoms,
something that was impossible with the optical Bloch equations.

Something a bit surprising happens if we average equations (19.26) with an initial
coherent state for the ith mode of the field. The quantum-mechanical average of the
atomic state operator o, (¢) appearing in equations (19.26) is given by

(0(1)) = Tt [@*(0)0,(1)] = Tr [@*(1)0,(0)] = Tr [@%(1) ) 1] = @usl1),
(19.28)
where 0,,(t) is now a reduced density matrix element for the atom. Similarly, one
finds (6,,(2)) = 6uu(t). In carrying out the average of equations (19.26), we also
encounter terms such as

(0,00(8)a;(0)) = Tt [0,0,(£)a;(0)@5(0)] = Tr [0 (1) (0) 1) (i@ O)]
= @81 Tt [0,00(1)05,n(0)] = tid j0uu(2). (19.29)

As a consequence of these results, when equations (19.26) are averaged assuming
that the initial state of the field is a single-mode coherent state, one recovers the
optical Bloch equations for atomic density matrix elements ¢,,,(¢) with gio; = x =
Q0/2. Amazingly, the atomic density matrix elements evolve as if the field is not
being depleted. Moreover, there are no collapses or revivals. The origin of these
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phenomena is linked to the Weisskopf-Wigner approximation. In free space, g; ~ 0,
and one must take o; ~ oo to have a finite Rabi frequency, since gia; ~ €0/2. Given
that g; ~ 0, the revival time is infinite, and since @; — o0, the average number of
photons in the field is infinite and cannot be depleted.

On the other hand, if we start in a Fock state for the ith mode of the field, then

(o (t)a;(0)) = Tr [0, (t)a;(0)@(0)] = Tr [0 ()a;(0)17) (#i1@atom(0)]
= \/Z&/Tr [O-;w(t”ni - 1><ni|gatom(0)] . (1930)

It is no longer possible to express the average (o,,,(t)a;(0)) in terms of the reduced
density matrix of the atoms. As a consequence, one is led to a sequence of coupled
equations for atomic density matrix elements in which spontaneous emission results
in a cascade down the number states of the fields. For finite #;, this approach is
strictly valid only if we quantize in a finite volume, since this is the only way in which
gi/7; is nonvanishing. As a consequence, the Weisskopf-Wigner approximation is
valid only for times much less than the round-trip time in the cavity. In this limit,
collapse and revival cannot occur.

19.1.2.2 Field operators

Equations (19.26) can also be used to see how the field develops in the presence of
the atoms. The number operator for the field is

t i
n(t) = aj(t)a; (1) = [a,-<0>e-"wff —ig] /0 e""”/“‘”a(f)dt/]

t
x [a/(O)ei“’ft—ig;f/ el’wf‘”“a_(t’)dt/} (19.31)
0
With
o_(t) = ol (t)e ", (19.32)
this equation becomes
t t
ni(t) = n;(0) +igf/ ol(t)e " a Ya;(0)dt —zgl/ (O)e"S el @dt”

+g,g// dt/dt” =g L )a L (t"), (19.33)

where §; = W) — ). Usi.ng the identity L= L+ ip the last term and changing
the order of integration in the second integral, we obtain

nj(t)=n;(0) + B; + B}, (19.34)

where

B; —zg,/O ol(t)a;(0)dt + |g;I? /dt/ dt"e "ol (t)ol(t"). (19.35)

In a scattering problem, one often starts with one field mode excited and all others
in the vacuum state. If field mode ; is initially in the vacuum state, then (#;(0)) = 0,
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(0 (#)a;(0)) = 0, and

(nj(t )>_2Re|g,|2/ dt/ dt"e NG L)L (¢")). (19.36)

Thus, the rate at which radiation is scattered into mode j is proportional to
e = Relgy [ dte Ll 1)
= 2Re|g,-|2/ dre® " (o[ (t)o!(t — 7). (19.37)
0

In essence, equation (19.37) gives the scattered spectrum as the Fourier transform of
the correlation function of atomic state operators.

One can show that for t > ¢, (o (f)o_(t)), (oa2(t)o_(¢)), (o1(t)o_(t')),
(o_(t)o_(t')) obey equations having the same basic structure as equation (19.26).
This is known as the quantum regression theorem [2] and can be used to calculate
the spectrum of resonance fluorescence [3]. We use an alternative method for
obtaining this spectrum in the next chapter but return to equation (19.37) to arrive
at an expression for the frequency-integrated spectrum.

19.2 N-atom Systems

The proceeding treatment can be extended to a system of N stationary atoms. If the

atoms are separated by less than an optical wavelength A, there can be collective

decay modes [4]. Even if the separation is greater than an optical wavelength,

collective effects can be important for specific geometries (e.g., in a pencil geometry

having length L, collective effects become important if the density NA2L > 1 (N is

the atomic density) [5]—we indicate how these effects arise, but then neglect them.
The Hamiltonian is

N N
hwo N o , ,
H=Y "] + > toalac+ >3 b (elolac+gltajol).  (19.38)
st . =1 K
where o/ is an operator for atom j located at position R;,
. , wp O\ V2
gl = he™™, o= —i(pai - @) (Zheov> , (19.39)

and we now specify the field modes by k instead of j. To get the equations of motion,
we proceed as before. That is, the equation for gy is

a(t) = —iopar(t) — i > ol (e R, (19.40)
or

ak(t) — —1wkt Zf*Z/ —w)kt t') —ik-R,-dt/. (1941)
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The equations for the ¢/(¢) are essentially the same as before. For example,
[(t)=—i Y fee™NolBat) +i Y fre ™ Nalt)ol (). (19.42)
k k

However, when equation (19.41) and its adjoint are substituted back into
equation (19.42), we get some terms that we did not have before. The a;(0) and aE(O)
terms are unchanged in equation (19.26b), but the terms leading to the —y,0,(¢) term
in equation (19.26b) are replaced by

IR Z/ ¢t R 4y o, (19.43)

The j = ;' terms reproduce the —y,0,(¢) term in equation (19.26b), but there are
additional terms for j # j’ that represent a type of collective decay mode produced
by a coupling of the atoms by the field. For [R; — Rj/| < 4, this directly modifies
the decay rate, but even for [R; — Rj| > 1, this term does not necessarily vanish
in selected directions of emission. For sufficiently low densities, NA>L < 1, these
collective effects can be neglected. We assume that the density is sufficiently low to
neglect all collective effects. Then

&1 (t) = —y0o (t) —i Z fie™ i (t)ar(0)
+iy e”k'R"ak<0)o_(t), (19.44a)
k

61(t) = — (y +iwo) ol (2)
+i > fe*® [azf (1) — al(t>] a(0), (19.44b)
k

[ ) ,
a(t) = a(0)e ™ — iy e / ol (e dY, (19.44¢)
- 0
]

ol (t) + o) (1) =1, (19.44d)
j il
ol(t) = [a,(t)} : (19.44¢)
where y = y,/2. These equations are the starting point for calculations of

absorption, four-wave mixing, etc.

19.3 Source-Field Equation

Actually, one of the most important consequences of the operator equations (19.26)
and (19.44) is that, in dipole approximation, they lead to a source-field expression
in which the field operator is expressed in terms of atomic operators [6]. To see this,
we start with the expression for the field operator,

hay ) ik :
Z (2601/) eMay, ()R + adj., (19.45)



462 = CHAPTER 19

where the field polarization index A is now shown explicitly. The calculation is done
for a single atom located at the origin, since this result is generalized easily to the
N-atom case. However, we would like to generalize the results to allow for atomic
states having arbitrary angular momentum; moreover, we do not want to make the
RWA from the outset.

To do so, we replace the atom—field interaction appearing in equation (19.2) by

Ve = (0 ER ) = ¥ Afift)a, +adj., (19.46)
kA
where
f(t)‘*( - >1/2 (t)-€y (19.47)
W= Qheey ) MO ‘

and p(t) is the (Hermitian) dipole moment operator. For this interaction, equa-
tion (19.41) is replaced by

t
ax, () = ai, (0)e ™" — / fo@)e " =1dy. (19.48)
0

When equation (19.48) is substituted into equation (19.45), one finds that the
field operator can be written as

E(R, ?) = Eo(R, 1) + E,(R, 7), (19.49)
where
R \ 7 o
EoR.t)=i) ( 5 v) e ay, (0)e7 e *R 4 adj. (19.50)
€0
kA

corresponds to the propagation of the free field in the absence of the source atom at
the origin, and

hy, 12 i I —iwp(t—t') 74 :
E(R.2)=)_ <260V) e,‘(”/o (e 1 dy + adj. (19.51)
kA

represents the contribution to the field from the source atom. In what follows, we
concentrate on this source field.

Using equations (19.51) and (19.47), and converting from a sum to an integral,
we obtain

3
E.(R,t)=1i <1> 1 i Z /00 dwk/dQ/ew/z [el((,w} a, [el((,\)} ok R
2¢0 ) (2mc) w1 /0 a B

t
x / wp(t)e = dt 1 adj., (19.52)
0

where

(19.53)

[=$3
flry
Il
S
[=$3
[\e)
Il
';<>
(=33
9]
Il
N)
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and all the components of el((k) and p(¢) are Cartesian components. If we expand

o) l

R =" A it ju(RR)Yom(0, ¢) Yy Ok, B, (19.54)

(=0 m=—t

where the Y,,’s are spherical harmonics and the j,’s are spherical Bessel functions,
we can use the polarization vectors (16.18) to evaluate the angular integrals in

Mo (R) = e kRIYon(6. 9) [ doc 6] [e] ¥ofond. (19.59)
t,m

to obtain
Mys (R) = fap jo(RR) + gup (6, ¢) j2(kR), (19.56)
where
fop = (2/3) 8., (19.57a)
29 )
211(0. ) = _3(:0569 1  sin 9c205(2¢)7 (19.57b)
29 )
22(0, ) = _3cos60 1 _sin 9(:205(2¢)’ (19.57¢)
29 _
g33(0,¢) = %, (19.57d)
(0, ¢) = g21(6, ¢) = sin* 6 sin (2¢) /2, (19.57¢)
g13(0, @) = g31(0, ¢) = sinf cos O cos ¢, (19.571)
£23(0, ¢) = g32(0, ¢) = sinb cos O sin . (19.57g)
Thus,

) 1 3 t 00 3
ES(R, t) =1 <47‘[26350) agl/o. dt /(; d(,()k(,()k

X [ fup jo(RR) + gup (0, #) j2(RR)] Guaprs(')e ™ =) 4 adj.
(19.58)

If we were to make the rotating-wave approximation at this point by writing
Hp(t') = fg(t)e ™ + (1) (19.59)

and keep only the slowly varying parts in each of the integrands, we would arrive
at a result that is not fully retarded, since the wy, integral is from 0 to oo rather than
—o00 to 0o. However, it is 7ot necessary to make the rotating-wave approximation
to evaluate E(R, #). The adjoint term in equation (19.58) is proportional to

— /0 deor}, [ fap jo(kR) + gup 0. ¢) j2(kR)] /=1

0
=i / der} [ fap jo(kR) + gup (0. @) j2(kR)] e/ 1),
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which implies that

1 3 t o0 3
ER,t) =i ——— dt’ d
R.1) =1 <4nzc3eo) O,Z=1/0 [oo ROk

X [ fup jo(RR) + gag (0, @) jo(kR)] gpp(t')e =) (19.60)

To proceed, we write

PV (x)+bhP(x)  co(x)e™ + dy(x)e i

(x) = = , 19.61
Je(x) > 3 ( )
where the h,’s are spherical Hankel functions, and ¢y and ¢, are given by [7]
i i 3 3i
cox)=-——, alX)=--—5-73, (19.62)
x x x* x

substitute this result into equation (19.60), and use the fact that we "®~*) =
i"d" [e'«!=)] /dt". The integration over w; leads to delta functions having
argument (¢ — t + R/c) for the ¢, terms and (¢ — ¢t — R/c) for the d, terms. Since
¥ < t, only the ¢, terms are nonvanishing. In this manner, we can obtain

(1 = S fop— gapl,9)
Es(th)—<4nEO>a§1ua{ CZ—R ( R/c)

3 3
+ 8upl0, @) [chu’g(t_ R/c)—i-ﬁu,g(t— R/c)]}. (19.63)

In dipole approximation, the quantum properties of the field are determined
totally by the quantum properties of the atom, evaluated at the retarded time. The
result is purely retarded and has the same form as the field radiated by a classical
dipole [8]. The Weisskopf-Wigner approximation was not needed for its derivation.
This is a fairly remarkable result, and one that is not used all that often. The
advantage of using Heisenberg operators is evident since the quantum field mirrors
that of the corresponding classical field. The extension to a system of N atoms is

1T & - fop = 8up(6).9)) 1
ES<R,t>=(4ﬂ€0)a%;”§_jlua{ SR i~ [R =Ry /o)

(19.64)

+ 8ap(0;. ;) ;Rzug)(t_‘R_Ri‘/C)H
o 1Yy B

+5ud(t— R =R;|/c)

where (6;, ¢;) are angles measured from atom ;j to the observation point.

We want to emphasize that equation (19.64) is exact, in dipole approximation.
Neither the Weisskopf-Wigner nor the RWA has been used in its derivation. For
optical fields driving atomic transitions, some simplifications are possible. If we
assume that the source atoms have a G-H transition that provides the major
contribution to the field, then

/’L(ﬁ/>(t> — Z Gmg| g |Hmy) gy)(GmG, Hmy;t) + adj., (19.65)

me,my
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where G and H are the angular momenta of the lower- and upper-state manifolds,
respectively, and o_ (Gmg, Hmy;0) = |Gmg) (Hmy| is a lowering operator. In
the RWA, ol (Gmg, Hmys t) oscillates as e %, where w, is some characteristic
frequency (natural frequency, laser field frequency, etc.) in the problem that is much
larger than any decay rates, detunings, or Rabi frequencies. With these assumptions,
in the RWA, the positive frequency component of the field (19.64) can be written as

Ef (R, 1) = <4neo> > Z Z Gmg| wp | Hmp) G

mg.mpy o,f=1 j=1

[fa 8 9 a¢ )] 31605 3
X{ R ) ()

xa"! (Gmg, Hmuzt — |R —R;| /c) . (19.66)

In what follows, we will limit our discussion to the radiation zone, where

for a sample of finite size. Physically, this implies that we make observations so far
from the sample that the angle to the observation point from any point in the sample
is essentially the same. In the radiation zone, equation (19.66) reduces to

Ef(R,?) <4n60> Z Z Z Gmg| ug | Hmpy)

mg,my o,f=1 j=1

f 8q, (9 ¢) i
x# (_7)(GmG, HmH;t—|R—Rf|/c).
(19.68)

To see that this equation reduces to something famlhar imagine that G = 0,
H = 1, and the field polarizations are such that only o (OO 10;¢) = ol (t) is
of importance for the problem. Making use of equations (19.57) and (16.18b),
we find that equation (19.68) can be written as

2
+ — @s g i 0
ES (R, t) = — (47'[662R) M“12 sin @ < 10 — |R—R7| /6)0, (1969)
with
pi2 = (00] pz 10) . (19.70)

This equation is recognized as the radiation field associated with dipoles oscillating
in the z direction.

19.4 Source-Field Approach: Examples

The source-field approach is versatile and simple, as is illustrated in the following
examples.
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19.4.1 Average Field and Field Intensity in Spontaneous Emission

We calculated the spectrum and angular distribution of radiation emitted in
spontaneous emission in chapter 16. Here, we are interested primarily in the
temporal dependence of the emitted signal from a single atom located at the origin.
We assume that the atom is prepared at ¢ = 0 into some arbitrary superposition of
Zeeman sublevels 71y in excited level H and undergoes spontaneous emission to the
sublevels ¢ in level G.

From equation (19.68), we sce that the average field amplitude (EF(R,?))
depends on (o_(Gmg, Hmy;t — R/c)). Using equation (19.26d), generalized to
include magnetic state sublevels, we find that

(o (Gmg, Hmy;t)) = (o (Gmg, Hmp;0)) e 720/t

= Tr [03(0) |Gmg) (Hmpy|| e ""20(t) = 0,
(19.71)

where ©(¢) is the Heaviside step function. The trace vanishes, since
0°(0) = 0ty Hm, (0) | Hmyy) ( Hrrdy | . (19.72)

If the atom is prepared without any ground-state-excited-state coherence, the
average field vanishes, since the phase of the field is random.

On the other hand, the average field intensity, given by (E7(R,#)-E*(R, 1)), is
nonvanishing. In the RWA, the positive frequency component of the field in the
radiation zone is

faﬂ 8ap(0, @)
ES(R.1) <4neo) Z 2R

x Y (Gmg| g | Hmyp)

mg,my
xo_ (Gmg, Hmpy;t — R/c) Q. (19.73)
Using equation (19.68), with o, = wy = wpyg, the fact that G, - 0y = 84, and
[o_ (Gnig, Hiyt)] o (Gmg, Hmps 1)

— |Hm’H> (Hmpy| (Smc,mfce_”“t(a(t), (19.74)
we find

(E"(R,z)-ET(R, 1))

2 2
_ (4712)(;21{> e RIS — Rje) S (fup — gup) (fo — Ze)
a.B.p

x> {Gmgl g |Hmu)* (Gmg| g

me,mg, Mgy

Hm/H> O Himyz; Hnd, (0).

(19.75)
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This is the intensity associated with the one-photon wave packet emitted by the
atom. The wave front is located a distance ct from the atom, and the pulse duration
is of order yj;'. The angular distribution and polarization of the emitted radiation
depends on the state preparation through the factor ¢ pyy,; i, (0). Specific examples
are left to the problems.

Equation (19.75) contains an interesting and even perplexing result. Nowhere
in its derivation did we make any assumption regarding the ground-state—excited-
state coherence produced by the excitation field. In other words, imagine that the
atom is excited with a 7 /2 pulse. As a result of the excitation, both dipole (ground—
excited state) and excited-state Zeeman coherence is produced. In this case, the
average field emitted by the atom does not vanish; however, the radiated intensity
depends in no direct way on the dipole coherence. The average intensity depends
only on the excited-state density matrix elements created by the field. You might
think that the spectrum of the radiation would provide a signature of the dipole
coherence, but alas, this is not the case. Recall that the spectrum is proportional
t0 >, |mec;k£k(OO)|2> the probability to find the atom in its ground state with a
photon emitted in direction k having polarization €. You have seen in chapter 16
that this quantity depends only on excited-state density matrix elements. Thus, we
are led to a somewhat paradoxical conclusion that the field intensity radiated by a
single atom that has been prepared by an excitation pulse depends in no direct way
on its dipole coherence. To prove that the dipole coherence is nonvanishing, one can
interfere the radiated signal with a reference field. A nonvanishing dipole coherence
becomes much more important when we consider the field emitted by #0re than one
atom. A simple example to illustrate this is given in the problems, and an example
involving coherent transients is given in section 19.4.3.

19.4.2 Frequency Beats in Emission: Quantum Beats

As a second example involving emission from a single atom, we consider frequency
beats in emission [9]. Qualitatively, it is usually possible to distinguish two types
of situations in which beats occur. The first corresponds to a beat frequency in
the intensity radiated by two classical dipoles having different natural frequencies.
This could be referred to as “classical” beats. However, as you saw earlier, dipole
coherence can play no role in the intensity radiated by a single atom. Thus, even
if a single atom is excited into a superposition of states giving rise to a dipole
coherence that oscillates at two distinct frequencies, there can be no classical beats
in the emitted intensity. One could detect the presence of the two field frequencies
by heterodyning (beating) the radiated field with a reference field.

Thus, any beat in the field radiated by a single atom that has been prepared
by an excitation pulse must originate from excited-state coberence between two
excited-state manifolds differing in frequency (or between Zeeman sublevels in a
single manifold that have been split in energy by an external magnetic field). The
resultant guantum beats are a purely quantum phenomena.

The calculation given earlier for the field intensity in spontaneous emission is
generalized easily to the case of two excited-state manifolds H and H’, separated in
frequency by wpp . One simply replaces

> (Gmgl g [Hm)* (Gmg| g

MG, My, My

Hty ) © s i, (0)
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appearing in equation (19.75) by

Z et Z (Gmg| g |Fmp)* (Gme| g | F'miy ) 0Fmpspm, (0). (19.76)

F=HH MG, ME 1!

Clearly, if coherence is created between the H and H' manifolds by the excitation
pulse, there will be frequency beats at frequency wyp in the field intensity. Generally
speaking, there are two conditions needed to produce and detect quantum beats. The
excitation pulse must be sufficiently broadband to excite the H — H’ coherence (it
must contain frequency components at wyr), and the detector must be sufficiently
broadband so as not to detect both emitted frequencies. If the detector could
distinguish the frequencies, we would know from which level the radiation was
emitted; such “which path” information destroys the interference pattern.

19.4.3 Four-Wave Mixing

As a third example of the source-field approach, we look at a coherent transient
problem in which three cw fields having propagation vectors ky, k;, k3 and frequen-
cies wy, wy, w; are incident on an ensemble of N two-level atoms. You may recall
that we solved this problem in perturbation theory in chapter 10, using the Maxwell-
Bloch equations to calculate the emitted field from the atomic polarization. In that
case, the three incident classical fields led to polarization components with different
propagation vectors, each corresponding to a possible direction for the radiated field.
Phase matching was needed to produce a signal that varied as the density squared.

The analogous quantized field calculation begins with equations (19.44) for an
ensemble of two-level atoms interacting with the fields. To calculate the radiated
field, we need to find o/(t) for each atom. One term in the “steady-state” (after
all transients have died away) perturbation solution of equations (19.44) to lowest
order in the product of the three incident field creation or annihilation operators is
of the form

o (t) ~ e*Rig=it g, (0)al(0)a3(0) (19.77)

where
ki =k —ky + ks, (19.78a)
ws = w1 — wy + w3. (19.78b)

Of course, there are additional contributions as well, but we concentrate on this
one, which will lead to a signal in the ky = k; —k; + k3 direction. The multiplicative
factor involving decay constants and detunings that is given in equation (7.14) is
omitted here, since we are concerned mainly with the dependence of the signal on
atom density.

If we assume that the incident fields are all z-polarized, that G = 0 and H = 1,
and that jl;, ~ —a)fpclg, then we can combine equations (19.69) and equation (19.77)
to obtain

N
Ef (R, 1) ~ a1(0)aj(0)a3(0) sing Y ekeReiox (=R 1/el) § (19.79)
=1
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In the radiation zone, (ks R% /R) <« 1, implying that

ws]R —R;|/c ~ oR/c — R -Rjo/c,

leading to

N
ES(R.2) ~ e™Ray(0)aj(0)as(0)sing Y _ e!lo—eRIRigmiont g, (19.80)
j=1

If kRj > 1, there is destructive interference unless R = 1A<S and ks = w;/c—these are
the phase-matching conditions that have been obtained previously.
The average field intensity is

N
(B (R, O)EF (R, 1)) ~ mmnssin®0 Y e TRRRy), (19.81)
joi'=1

where n; = (a®

:(0)a;(0)). In the phase-matched direction, the fields add coherently,
and the intensity goes like N?; for other directions, the fields add incoherently (only
j = j’ contributes in the sum), and the signal varies as N. Note that the average

signal intensity depends only on the average number of photons in each field.

19.4.4 Linear Absorption

As a final example of the source-field approach, we consider linear absorption for
an optically thin sample. A monochromatic field having frequency w propagates in a
medium. After all transients have died away, there is a scattered field in all directions
except the incident field direction k. In this direction, the initial field amplitude is
reduced. To see this, we must keep the initial field term in the expression for the
total field. In other words, for a G = 0 and H = 1 transition and an initial field that
is z-polarized, we write

2
<E+<R,t>>=e"<k0"‘””(E*(oni—sine( Ky >,u12

47T60R
N . .
<Y (ol (t—|[R=R;|/c)b . (19.82)
j=1
where
B O\ /2

E*(0) =i 19.
(0) ’(Zeov) a, (19.83)

ky = w/c, and 1, is given by equation (19.70). In perturbation theory and assuming
that the field amplitude is approximately constant in the optically thin medium, it
follows from equation (19.44b) that, in steady state,

l‘ lee_iwteikO.Rf

m21€ ©  p+
- 18 (E™(0)) (19.84)

(ol (t)) =
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or
) . i(kg R—wt)
(ol = [R =Ry fel) = =3 25 el (B (0)), (19.85)
where
k= kR. (19.86)

By combining equations (19.82) and (19.85), we obtain

2
(ET(R,2)) = &/ ®oR=0)(E+(0))2 + i sin 6 <4n/:th)
N 2 i(kyR—wt)
lu21l” e i (ko—k)R; o+ ~
—'" (ET(0))6 . 19.87
D ey (E*(0)) (19.87)

In a small cone centered about the forward direction k = kR = ko, the scattered
field interferes with the incident field and leads to a decrease in the field intensity. In
directions other than ko, the contributions from different atoms add incoherently,
and the scattered intensity is proportional to N. Of course, the energy lost from the
incident field is simply scattered into previously unoccupied modes of the radiation
field. This constitutes the optical theorem [10].

19.5 Summary

The Heisenberg representation offers advantages over the Schrodinger representa-
tion, especially when one is concerned with atomic operators only or field operators
only. We derived nonlinear coupled equations for the atomic and field operators and
looked at limits in which the equations reduced to the conventional Bloch equations.
Although the equations are nonlinear, they can often be solved easily in perturbation
theory. Thus, in four-wave mixing, it is not difficult to solve for the atomic operators
to lowest nonvanishing order in the field amplitudes. What one loses in such an
approach is detailed information about the entanglement of atomic states with the
generation of new field modes. We have seen some of the power of the Heisenberg
representation in applications involving the source-field expression that was derived.
In the next chapter, we further exploit this equation to analyze scattering of cw fields
by atoms.

Problems

1. Calculate (a) in the Jaynes-Cummings model for an arbitrary initial state using
the state vector given in equation (15.36). This helps to explain why the
solution for the operators is not overly transparent in the Heisenberg picture.

2. Evaluate equation (19.75) when 0ty Hir,, (0) = 811y1.08,.0, H = 1,and G = 0.
Use the expression for the field operator to show that the field is linearly
polarized in the @ direction and has the characteristic sin?6# dependence of
a z-polarized dipole.



3.

OPERATOR APPROACH = 471

Evaluate equation (19.75) when o ;v (0) = 8yy.180,.1, H=1,and G = 0.
Use the expression for the field operator to show that the field is circularly
polarized if the emission is along Z.

. Consider two atoms located at Ry = —R;;x/2 and R, = Ry1x/2, with

koRy1 > 1 (kg = wpg/c). The two atoms are prepared in superpositions of
their G = 0 and H = 1, my = 0 states at ¢+ = 0. Calculate the average
radiated field intensity in the radiation zone and for R > Ry, assuming that
the radiated field is the sum of the fields radiated by each atom. (In other
words, neglect any scattering of the field emitted by one atom at the site of
the other atom, based on the assumption that kyRy; > 1.) Show that the
intensity consists of the sum of the intensities of the two atoms separately,
plus an interference term that depends on the dipole coherence created by the
excitation field.

. Continue problem 4 and show that the total energy emitted by the atoms is

equal to
sin x
W=hwo{ggz><o>+gg?<o>+sxRe o0l o) }

where state 2 is the H = 1, mpy = 0 state, and x = kyRy1. Thus, it would seem
that the energy can be greater or less than the total energy hwg [Q<212)(0) +Q(222)(0)]
stored in the atoms. Actually, even though cooperative decay effects are small,
they add a correction that cancels the last term in the expression for W.

. In the linear absorption problem, assume that the beam has cross-sectional

area A and that the medium has length L. Starting with equation (19.87),
prove that the rate at which energy is being lost by the field is equal to the
power radiated into previously unoccupied vacuum field modes. Assume that
the average spacing between the atoms is much greater than a wavelength, and
neglect any cooperative decay effects.

. Use the source-field approach to calculate the signal emitted by atoms

contained in a cylinder of cross-sectional area A and length L that have been
excited by a pulse propagating along the axis of the cylinder. Assume that
cooperative effects can be ignored (MA?L « 1, where A is the density) and
that A2 <« A. The emitted field consists of an incoherent part emitted into
47 solid angle and the free polarization decay signal emitted primarily in the
forward direction. Calculate both contributions to the signal. (To calculate the
free polarization decay signal, it will help to replace the sums over particles
to integrals over the volume.) Show that the total energy in the field for times
much longer than the excited-state decay time associated with the incoherent
part of the signal is equal to the original energy stored in the medium. As in
problem 4, cooperative decay effects play a small role, but provide just the
right correction to allow for conservation of energy. Assume that the atoms
are stationary and that the incident field is z-polarized and drives a transition
between a G = 0 ground state and H = 1 excited state. Show that the free
polarization decay signal is of order A'A%L that of the incoherent signal.

. Starting with equation (19.75), show that the total energy radiated by the field

is Aiwy. You should note that, with the definition of ET, the time-averaged
Poynting vector is 2¢pc <E’(R, t)-ET(R, t)>.
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Light Scattering

Light scattering is responsible for many pleasures of life. The color of the sky,
beautiful sunsets, and colors in insect wings are attributable to light scattering.
Moreover, light scattering represents a fundamental physical process that illustrates
many interesting features of the interaction of radiation with matter. It would not be
difficult to write an entire book on this subject, so our discussion will, of necessity,
be limited in scope.

With the development of laser sources, new classes of light scattering experiments
became possible, owing to the relatively large power of the laser fields. In the late
1960s and 1970s, the problem of light scattering received considerable attention.
The question was simple. If an intense, monochromatic radiation field interacts
with a two-level atom, what is the spectrum of radiation scattered by the atom?
Although the initial interest in this problem has subsided somewhat, it is still
rewarding to review the underlying physics associated with light scattering. Often,
this problem is discussed in terms of quantized dressed states of the atoms and
the field. Such a treatment allows one to identify the basic structure of the light
scattering spectrum and to easily evaluate the integrated intensity of the various
components of the spectrum. To get the line strengths themselves involves a more
complicated calculation using dressed states. A standard method for treating this
problem is the quantum regression theorem [1,2]. We present what we believe to
be a somewhat simpler calculation of the scattering spectrum using semiclassical
dressed states, although we show how to use quantized dressed states to calculate
the integrated intensity of the spectral components of the scattered field.

For the most part, we consider scattering by a single atomona G=0to H=1
transition that is driven by a cw laser field of arbitrary strength polarized in the
z direction. As such, the problem reduces to that of scattering of light by a two-
level atom. In somewhat qualitative terms, we then discuss the correlation function
of the scattered field, as well as scattering on transitions having arbitrary angular
momentum.
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Scattering
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Figure 20.1. Schematic diagram illustrating a geometry in which light scattering can be
observed without Doppler broadening.

20.1 General Considerations: Perturbation Theory

As noted earlier, we consider first scattering by a single atomona G=0to H=1
transition that is driven by a cw laser field of arbitrary strength, polarized in the 2
direction. We label the G = 0 state as |1) and the H = 1, my = 0 state as |2), with
w1 = wo.

The scattering geometry is represented schematically in figure 20.1. A single-
mode laser beam is incident on an atomic beam, and the spectrum of radiation
scattered perpendicular to the beam is observed. The incident field and scattered
field are both perpendicular to the direction of motion of the atom. If we neglect
any recoil the atom undergoes as a result of the scattering, the problem is equivalent
to that of scattering by a stationary atom, provided that the atom stays in the beam
for a sufficiently long time to establish a constant scattering rate. We make this
assumption and limit this discussion to scattering by a stationary atom.

In a strong field, an amplitude approach is all but useless, since many fluorescence
photons are emitted, and each one repopulates the ground state. However, some
insight into the problem can be obtained by looking at a perturbative solution using
an amplitude approach.

The Hamiltonian in the RWA for the atom-field system is

ha)()

H= — % + Z hogagay + hix (o4e™™ +o_e'")
k
+>n (gko+ak + g;;a,ia,) , (20.1)
k
where
RN

— iy si , 20.2
8k i[421 Sin Oy <2heoV) (20.2)
all other symbols have their conventional meanings, and x = —u21 Eg/2k (assumed

real) is one-half the Rabi frequency associated with a field having amplitude Ey and
frequency o driving the 1-2 transition. This “two-state” atom can interact with only
one polarization component (the el((l) = 6 component) of the vacuum field owing to
the selection rules for the atomic transition. The angular dependence of the scattered
radiation is contained in the sin @y factor.
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Figure 20.2. Scattering to first order in the applied field.

To lowest order in the applied fields, the only type of diagram that contributes
is shown in figure 20.2. Starting from the ground state, the incident radiation is
scattered into a previously unoccupied mode of the vacuum field. From conservation
of energy, one must have w, = w exactly, independent of the excited state width,
given the fact that we neglect any recoil that the atom undergoes as a result of the
scattering. This is nothing more than Rayleigh scattering, corresponding to a two-
photon transition in which the initial and final state widths are equal to zero.

The Rayleigh scattered spectrum can be calculated without much difficulty. To
this order, the only nonvanishing state amplitudes for the atom-field system are ¢y,
2,0, €1k, Where the first subscript is the atomic state and the second the field state, all
in the standard interaction representation. The equations for these state amplitudes,
obtained using the Hamiltonian (20.1), are

Er0 = —%cm —ixeer, (20.3a)
Cri A~ —igee ey, (20.3b)

where § = wy — w, and
8 = wo — . (20.4)

There should be an additional term in equation (20.3b), —ixe "* ¢,y but it is is
neglected in this order. The —y,/2 term was obtained using the Weisskopf-Wigner
approximation.

In perturbation theory, we set ¢1 o = 1 and calculate |¢; i|* for > 1/y,. Only
terms in |c; i[> proportional to ¢ are of interest here—the rest are transients. The

solution of equation (20.3a) is

t .

j —“B—) st gy _ X ist -2
cr0(t) ~ —i e 1 e’tdt = et —e7 . 20.5
2.0(2) X /O Ttis ( ) (20.5)

The e~"2%/2 term is a transient that does not contribute a term linear in # to |cix|* and
can be dropped. As a result, we find

t t
. —isut k ; 7
Cri = —lgk/ e 18t CZ,Q(t/)dt/ ~ yzg X. / ezAkt dt/
0 2 418 Jo

2sin(Apt/2) .
_ yzgkX. sin(Apt/2) i But/2 (20.6)
> + 16 Ak
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Figure 20.3. A higher order diagram that gives rise to elastic scattering.

\
\

\\ \
W, O \
N AN

® \ B
\ \
\ \
A Y
X

Figure 20.4. Scattering to second order in the applied field.

1

and

2 lgx|> sin’[Agt/2]

c = 20.7
| 1.k )/2 +52 (Ak/Z)Z ( )
where y = y,/2, and the detuning
Ap=wp — o (20.8)
is measured relative to the incident field frequency. In the limit that # — oo,
sin?[Agt/2]/(AR/2)* ~ 27t8p (Ag), (20.9)
el = x| 2wtSp (Ar), (20.10)
]/2 + 52
and the scattered spectrum 7y is
T d 5 2mlgkx |2
Ik = tlgglo E|Clk| W(SD (Ap), (20.11)

where §p is the Dirac delta function.

As predicted, the scattered radiation is at the frequency of the incident radiation,
independent of the excited-state width. In higher order, terms (diagrams) like those
in figure 20.3 involving no intermediate-state resonance, still contribute to the §p
function; however, they are saturation-type terms that reduce the overall amplitude
of this contribution. Scattered radiation at the laser frequency having zero width
is referred to as elastic scattering. In effect, the solution (20.11) corresponds to
scattering by a classical dipole that has been excited by the incident field.

The lowest order diagram involving two scattered photons is shown in figure 20.4
(reference [3]), with an overall resonance condition

20— ws —wp =0, (20.12)
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Figure 20.5. Scattering to third order in the applied field.

where w4 and wp are the frequencies associated with the scattered radiation. Now
we can have an intermediate-state resonance if

20 —wa —wo| Sy, (20.13)
which implies that
lwp — wol = 20 — wa — wo| S y. (20.14)

Thus, there are resonances at w, = wp and wp = w4 = 2w — wp. In terms of §, these
resonances occur at w; = w+38 and w, = w—3§. The two components of the spectrum
are symmetric about the laser frequency and not the atomic frequencys; this feature is
consistent with the scattering picture of “absorption” we have adopted throughout
this book. The width (FWHM) of these inelastic spectral components is 2y, arising
from the intermediate state resonance in the scattering interaction. Since one peak
is centered at the atomic frequency in this low-intensity approximation, its position
could be used as a measure of the atomic transition frequency.

The lowest contribution involving three scattered photons is shown in figure 20.5.
The overall resonance condition is

3w — (wa+ wp +wc) =0, (20.15)

with intermediate resonances at
20 — w4 — w0l < 7. (20.16a)
3w —wps — wp — wo| S y. (20.16Db)

Equations (20.15) and (20.16b) together result in |wc — wp| < y or

loc — (w+8)] < y. (20.17)
Equation (20.16a) gives |wa — (2w — wp)| < y or

lwa— (0 —=38)| Sy (20.18)

Last, equations (20.16a) and (20.16b), taken together, give rise to the resonance
condition

lwp — | S 2y. (20.19)

As a consequence, there are three components, symmetric about the laser frequency.
The central component has twice the width of the sidebands in this low-intensity
approximation.

Higher order terms do not change the number of resonances, but simply alter the
positions of the sidebands, the widths of the inelastic components, and the relative
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amplitudes of the inelastic and elastic components. The three components are often
referred to as the Mollow triplet [4]. To calculate the weights and widths of the
resonances, a calculation to all orders in x is needed. Here, we use a density matrix
approach and semiclassical dressed states [5].

20.2 Mollow Triplet

Let 01,0,1,0 be the probability for the atom to be in state 1 with no photons of type
k present in the field. This is not the probability to be in state 1 with no photons
present—only no photons of the type k we are looking for. This is the “trick” we
can use. The probability for scattering into a given mode k is always negligibly small
and can be treated by perturbation theory, even if the sum over all these modes
repopulates the ground state. Thus, we can define our spectrum as the trace over
atomic states of the time rate of change of the probability to have a photon of type
k present—namely,

d
Ik = 7 (01k1k + 02.k52.K) (20.20)

which involves a trace over atomic states. We can equally well use semiclassical
dressed states and take

d
Ik = pn (or1s1k + QILk;ILK) (20.21)

where the dressed states are defined via equation (2.126). We are interested in
these expressions for times £y, ' when all transients have died away. The
Hamiltonian is given by equation (20.1). Thus, the goal of the calculation is to
evaluate equation (20.21).

For the moment, we neglect relaxation. The only states that we need consider are
I1,0), |2, 0), |1,k), |2,k). In a field interaction representation, the state vector for
the system can be written as

[ (2)) = Ero(t)e’"*|1, 0) + E2.0(2)e /%12, 0)
+Z1(t)e 1, k) + Epp(t)e 319?12, k). (20.22)

In this basis, the Hamiltonian (20.1) can be represented as the 4 x 4 matrix

—8/2 /2 0 0
o Qo/2  §/2 8k 0
H=n | 500 0 A o | (20.23)
0 0 Q/2 82+ Ay

where Q¢ = 2.
The transformation to the dressed-state basis |I,0), |II,0), |I,k), |II,k) is

given by
TO\ /T O
H, = <0 T> 3 ( 0 TT) : (20.24)
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where

T= <C _5> , (20.25)

c=cosf, s=sinb, (20.26)

and 0 is the dressed-state angle defined by equation (2.135), tan(20)= /.
Carrying out the transformation on the Hamiltonian (20.1), we find

—Qo,/2 A%
H,=h , (20.27)
Vi —Qo,/2 + Al

where Q = (8 + Q3)!/? is the generalized Rabi frequency of the classical field, 1 is

the 2 x 2 unit matrix, and
—sc —s?
V=g . (20.28)
? sc

The energy levels of the dressed Hamiltonian consist of two doublets of levels that
are coupled by the vacuum field; these are analogous to the types of coupling we
describe in section 20.2.1 in terms of quantized-field dressed states.

Using equations (20.27), (20.28), and o4 = (ih)~' [Hy, 04], it follows that the
spectrum (20.21) is given by

. d
I = hm1 p (o1151.k + QI1ks11.K)
>y, 4

= —ig lim (ornork — s*0rork + scDx) +c.c., (20.29)
£>y;

where

Dy = o11,0,11.x — 01,0,1 k- (20.30)

The inclusion of relaxation does not modify equation (20.29), since the relaxation
terms cancel in the summation. The beauty of this expression is that each term can be
identified with one component of the scattering triplet, even when these components
are not resolved. The problem reduces to finding the density matrix elements 017,0.1.k,
01,0511.k> O11,0;11.k»> and 07,0, k-

The density matrix elements are obtained by solving

04 = (ih) "' [Hy, 04] + relaxation terms, (20.31)
where the relaxation terms are given in equations (3.103). We adopt the simplest

possible relaxation model, in which there are no collisions (y = y,/2). With this
relaxation model, we can use equations (20.31), (20.27), (20.28), and (3.103) to
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obtain
Sk = — (€ — iAW) Sk + igesclorni — or1) +igk(c*eri — s*einr). (20.32a)

D= —[(c* +5")y2 — i A Di— (¢* — s%) 128k + igise —igk(cPorir +s%orn1)

+ SC(CZ - 52) V2 (Ql,o;ll,k + Qll,O;I,k)v (20.32b)
- 1 22 . . 2
ok =—|| 5 +5%¢* | yo —i(Ax — Q)| 0110,k + igk (01111 — scorr1)
1 22 22
+ QSC(C = )2 Dx+sena Sk = s*Eraeroink, (20.32c)
;. 1 22 . . 2
010,11k = — 5 +5%c” |y2 —i(Ar+ Q)| 011,00k — lgk(s o1 — SCQI,H)
1 22 22
+55¢(" =)D+ seyaSi = s*Eyeinok (20.32d)
where
Sk = 01,01k + 011,0;11 k> (20.33a)
D = 011,0,11.xk — O1,0;1.%> (20.33Db)

Ou,p = 0a,0,8,0, and we used the fact that (071 + o1r,11) = 1. In equation (20.32a),
the factor —i A, was replaced by (¢ — i Ay) to avoid divergences. Eventually, we will
take the limit where € — 0 to recover the elastic contribution to the spectrum.

The 0, 4 are obtained by solving equations (3.103), which are reproduced here as

. sc
o1 =—wstorr + TR (1=2¢%) (or.1r +o1r1) + vactorni,  (20.34a)

. sc
o111 = —vctorin + ERL (1=2s%) (er.11 + e11.1) + vas*orr1. (20.34b)
1 R

oni = — (2 +5262> v2 —iQ| orir + (s¢/2)y2 (1+25%) o
+(s¢/2)ya (L4 2¢%) 011,11 — s> ya011,1, (20.34¢)

s =— | (L4522 o] 2)yy (14 2s2

o1 = 5 ts7e  n+ilens + (sc/2)y2 (14 2s%) o1
+(sc/2)y2 (14 2¢%) 011,11 — s> y201,11- (20.34d)

We have not yet made the secular approximation so that these equations are exact.
It can be deduced from equations (20.29) and (20.32) that there are three features
in the spectrum, centered near §;, = 0, £Q. Equations (20.32) and (20.34) can be
solved in steady state, with the results substituted into equation (20.29), to obtain
the spectrum.
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If 2>y, (secular approximation), equations (20.32) simplify considerably. In
steady state, they become

(€ —iAp)Sk = igksc (o111 — o1.1), (20.35a)
[(c*+ sy — iAr] Dy + (- sz) Y28k = igisc, (20.35Db)
1,55 : 2
3 +s7c” | 2 —i(Ar— Q)| 011,01,k = £8kC Q1111 (20.35¢)
LRI : .2
I R (A + Q)| 01,011k = —18kS 0L, (20.35d)

where we have set 0171 ~ 0, 0771 = 0, and
ct s

; = —, 20.36
Ayt Q11,11 R ( )

o1 =

consistent with equations (3.63). It is clear that o; is the source of the sideband
at Ay = €, oy1.11 is the source of the sideband at A, = —Q, and (or7.17 — or.1)
is the source of the central inelastic component of the spectrum. In writing
equation (20.35b), we were able to neglect the last term in equation (20.32b) since
it is small near A, = 0.

Solving equations (20.35), substituting the results into equation (20.29), and
taking the limit € — 0, we obtain the scattered spectrum or Mollow triplet,

2522y, 2522y,
T ~ ng|25262 y2+H(Ar+Q)? + y2+(Ar—Q)? 20.37
e el P R ’ (20.37)

+C4+54 VE+AT + T Sp(Ag)
where
1 22

Ve = 2 +s°c¢” ) v, (20.38a)
v = (c*+5%) . (20.38b)

For a resonant driving field, 8§ = 0, ¢ = s = 1/+/2, the ratios of each sideband
to the central component are the following: height ratio, 1:3; width ratio, 3:2;
and integrated signal ratio, 1:2. For § # 0, the relative contribution of the elastic
component decreases with increasing field strength. If § = 0, the elastic component
vanishes identically in the secular approximation, since this corresponds to a limit
in which the dipole coherence goes to zero. In weak fields (s <« 1), the widths
agree with those predicted from perturbation theory in section 20.1. A three-peaked
scattering spectrum of this type was first observed by Wu et al. [6].

Fora G = 0to H = 1 transition and an incident field polarized in the Z direction,
the scattered spectrum varies as Asinz Ok, since gy is proportional to sinf and the
scattered field is polarized in the 6y direction. For transitions having different values
of G and H, the elastic component of the scattered spectrum is always proportional
to sin” 6 and is polarized in the 6y direction, but the inelastic component of the
spectrum has an isotropic, unpolarized component, as was discussed in chapter 16.
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|2,n—1> |Iln>=cos 9n|2,n—1>+sin 9n|1,n)

[1.n)

| 1) =cos 6 [1,n)-sin 6| 2,n-1)

- — — — - —
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Y
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| |
-Q : : o 0+Q
| 2,,7_2> i : |IIM) = cos ‘9,,4' 2,n—2) +5sin 6, | 1,n—1)
[1.-1) - |1_)=cos 8 |1,n-1)-sin 6, |2.n-2)

Figure 20.6. Quantized atom-field states including the atom-field interaction. The dashed
arrows indicate possible spontaneous emission frequencies.

20.2.1 Dressed-State Approach to Mollow Triplet

A simple picture of the Mollow triplet can be given using quantized dressed states
(see figure 20.6). Recall that the definition of the quantized dressed states involves an
angle 6, that is a function of 7. In the following, we assume that the driving field is a
coherent state of the radiation field with (1) > 1 so that we can neglect differences
between Q, and Q,_1; we evaluate them at Q) = Q and 6, = 0. The incident
radiation is scattered into modes of the vacuum field that are originally unoccupied.
The vacuum field couples states |2, 7z — 1) to |1, n — 1), since spontaneous emission
does not change the number of photons in the coherent field state. (In subsequent
interactions with the coherent-state field, |1, 72— 1) is driven to state |2, 7 —2), which
involves a reduction in photon number of the single-mode field.) This is a key point
to remember—it is only in excitation of the atom that the number of photons in the
applied field is reduced, not as a direct result of spontaneous emission. Spontaneous
emission couples states with the same 7. Since |I,,) and |II,,) each contain admixtures
of states |1,7) and |2,n7 — 1), and since |I,_1) and |I,_;) contain admixtures of
|1,7n — 1) and |2, 7 — 2), spontaneous emission couples each state in a doublet to
each of the states in a doublet immediately below it.

As a consequence, one sees immediately from figure 20.6 that the frequency of
the scattered spectrum can occur at frequencies w, w & €, the same result we found
using semiclassical dressed states. The dressed picture lets us determine easily the
positions of possible resonances.

Spontaneous emission does not significantly modify the dressed-state evolution
only if Q > y, (secular approximation). If this inequality does not hold, states
|I,) and |II,) are mixed by spontaneous emission. For example, as a result of
spontaneous emission,

02,1-12,1-1 = —Y202,n—152,n—1- (20.39)

In the dressed basis, this leads to coupling of o;1, 11, to o1,.1,, 01,.11,, and or1,.1,-
There is an advantage to using the dressed-state picture only if 2 >> y,. In that case,
o1,.11, = 0, and we can calculate the effect of spontaneous emission using simple rate
equations.

Suppose that 2 > y,. Then the steady-state values of the dressed-state popula-
tions in each doublet is the same (neglecting variations in 7). Steady state is reached
in time of order y, '. The relative populations of each states is the same in all the
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doublets, neglecting variations in 7. Thus, the steady-state populations,

o
QL= 3 (20.40a)
4
Q11,11 = m, (20.40D)
are exactly what we found using semiclassical dressed states, where
or1 = ZQI”,I”’
! (20.41)

QILII = E 011,11,
n

It is now an easy matter to calculate the integrated rates for spontaneous emission
of the three components using simple rate approximations. The total emission rate is
simply equal to the population of a given state times the square of the matrix element
taking it to the next lower doublet. For example, consider the (w + €2) component
that results from a transition from state |II,) to |I,,_1). The vacuum field couples the
¢|2,n — 1) component of |I1,) to the ¢|1,n — 2) component of |,_1), with a matrix
element that is proportional to ¢%. As a consequence,

ctst

— 2)2 —
Tore =K(c*) o1 = Km,

(20.42)

where K is some constant. Similarly, one finds for the (w — Q) component,

cts*

Lp—q = K(—SZ)ZQI,I = Km,

(20.43)
and for the @ component (which contains two contributions),
7,=K [(cs)2 o111+ (—cs)ZQI,I} = Kes. (20.44)

In effect, these results can be read directly from figure 20.6.
The relative strengths of the integrated lines are
4 4
Ty Tpre:Toa= o111, (20.45)

s
consistent with equation (20.37). If § ~ 0, & ~ 7/4, and this ratio is 2:1:1. In
weak fields, the integrated sidebands are proportional to s*, which varies as the field
intensity squared, while the integrated central component varies as s*, owing to the
elastic component. The integrated inelastic central component varies as s® [as can
be calculated from equation (20.37)], consistent with the perturbation theory result
that this amplitude involves the scattering of three driving-field photons.

To get the widths and weights of various components requires more work [2],
since cascades in the dressed-state ladder need to be considered, in which coherence
is maintained in the cascade process. The semiclassical dressed-state calculation
given earlier maintains the positive aspects of a dressed atom approach, while
providing a somewhat more direct method for obtaining the spectrum.
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20.2.2 Source-Field Approach to Mollow Triplet

We can also use the results of the source-field theory to obtain expressions for the
integrated spectral components. Equation (19.37) for the scattered spectrum is

t
Ty = (in(t) = 2Relgil? /0 di' e (] (1)L (1)

= 2Re|gi|? /Ot dre™ (ol (t)ol(t — 7)) (20.46)
in the limit that y,# ~ oco. Let
Se(t) = 64(t) — (6+(2)), (20.47)
where
G1(t) = ox(t)e™ = ol(t)e™, (20.48)
and § = wy — w. Then
(S+(2)) =0, (20.49)

and

t
I = lim Re{2|gk|2 /0 dre "™ [<S+(t)s(t—r>>+<&+<t>><6<t—r)>]},

>y,

(20.50)

where (S, (#)S_(t — t)) gives rise to the inelastic part (fluctuations) and (G, ()) x
(6_(t — 7)) to the elastic part of the scattered spectrum.
By integrating equation (20.50) over A (and evaluating wy, in gi at ), we find

Tinclasic = lim K'(S4(£)S_(t)) = K' [(02) — [(6:)|*]

>y !
=K' (022 — [812*) (20.51a)
Tefastic = hn}1 K/|<&+(t))|2 = K/|<6+>|2 = K,|@12|2 s (2051b)
£>y;

where K’ is a constant, and 6, 02, 012, and 02> are the steady-state values of these
quantities. Thus, we find the ratio

Ielastic _ |é12|2 _ 2()’2 + 82) (2052)
Iinelastic 022 — |é12|2 |Q0|2 '

which is consistent with equation (20.37) in the secular limit y < Q. To arrive at
the last inequality in equation (20.52), we made use of equations (4.11) and (4.14).
Equation (20.52) shows that for § = 0, Tejastic/Tinelastic = 2¥>/|0/?; there is always
a nonsecular contribution to elastic scattering, even for § = 0.
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20.3 Second-Order Correlation Function for the
Radiated Field

The quantum regression theorem can be used to obtain expressions for the first-
and second-order correlation functions of the scattered field [1, 7, 8]. However, we
can understand the qualitative behavior of these functions with the results that we
have derived. The first-order correlation function is just the Fourier transform of
the spectrum. For weak incident fields, the spectrum is proportional to Sp(Ag),
implying that |g!(t)| = 1; the scattered field is first-order coherent. This result is
not surprising; for weak fields, the scattering is elastic and resembles scattering
by a classical oscillator. With increasing field strength, the three components of
the Mollow triplet get resolved, and the spectrum consists of a delta function
component plus three resolved Lorentzians. As a consequence, the first-order
correlation function has four components. Neglecting the overall phase factor of
e @7, these components consist of a constant term corresponding to the delta
function in the spectrum, plus three decaying exponentials corresponding to the
three Lorentzians. For yt > 1, the exponentials decay away, and we are left with
[see equations (20.51)]

(1) Zelastic . 1012 |2
g (r) ~ =< 2 -~ 2
Ielastic + Iinelastic |Q12| + (QZZ - |912| )
2 2
Y44 1
= = . 20.53
PRI T 1y B 12053

The second-order correlation function is somewhat more interesting. Recall that

(E-(E~(t+)E*(t + 1) E* (1))
(E-(ET() (E-(t+T)ET(t+ 1))

¢(7) = (20.54)

Using our source-field expression (19.69) and neglecting retardation, this can be
written in terms of atomic operators as

(04 (t)o(t + T)o_(t + T)o_(2))

@l(r) = . (20.55)
¢ (@ (o (1) (o (¢ + T)o_(t+ 7))
If y# > 1, one achieves a stationary result, and this expression reduces to
(04 (t)or(t + T)o_(t + T)o_(2))
g¥(r) = —— > : (20.56)
022
where 07, is the steady-state, excited-state population.
We see immediately that
t t)o_(t)o_(t
g2(0) = (o4 (t)or(t)o-(t)o_(2)) _ 0. (20.57)

Q%z
since the equal time product of o, (t)o.(t) is proportional to (|2)(1])(]12)(1]) = 0,
where 2 refers to the H = 1, my; = 0 state and 1 to the G = 0 state. Since g*(0) < 1,
the scattered field cannot correspond to a classical field. The scattered field exhibits
antibunching. For weak incident fields, g () starts at 0 when v = 0 and rises to a
value of unity for (x2/)t > 1. In the secular limit corresponding to strong fields,
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g% (1) rises more rapidly (in a time of order Q') and oscillates about unity as it
approaches this value asymptotically. Antibunching of this nature was first observed
experimentally by Kimble, Dagenais, and Mandel [9] (see also reference [10]).

The weak field result is somewhat surprising since, in weak fields, the scattering
is elastic. One might have thought that the field scattered by the atom should
resemble that of the field scattered by a classical oscillator. It is sometimes stated that
quantum fluctuations in the scattered signal resulting from spontaneous emission are
responsible for the quantum nature of the scattered field. Alternatively, it is argued
that once a photon is detected at the photodetector, we know that the atom is in
its ground state and it takes some time for the atom to be re-excited before we can
get the next count at the photodetector. We prefer the latter explanation, since it
reflects the fact that g?)(r) is defined as the joint probability to destroy “photons”
at the detector at times ¢ and # + t; however, this argument must be supplemented
with the fact that it is not possible for a single atom to absorb two photons of the
field, in the two-level approximation that has been assumed.

It is interesting to compare the result for g?)(r) for an atom with that of an
oscillator. The source-field approach works equally well for classical or quantized
sources. For a classical oscillator, the operators o4 (t) are replaced by ¢ numbers
corresponding to that part of the oscillator’s dipole moment varying at e™“*. As
such, g? () = 1 in steady state; the scattered field is coherent since the classical
dipole oscillates at the driving-field frequency. On the other hand, what would you
expect for a quantum oscillator? Since the oscillator is linear, you might think that
g% (1) = 1, as for the classical oscillator. Conversely, since the oscillator starts from
its ground state and scatters “photons,” you might think that g/*/(0) = 0 for weak
incident fields, since one could use the same argument we used for the atom. You
are asked to resolve this question in the problems.

20.4 Scattering by a Single Atom in Weak Fields: G # 0

In the weak field limit, scattering from a G =0 ground state is always elastic, since it
corresponds to a two-photon transition that begins and ends on the same zero-width
state. When one considers ground states with G > 0, qualitatively new features
appear in the scattered spectrum as a result of optical pumping and light shifts.
Some of the mathematical details of the calculation of the scattered spectrum are
given in a review of light scattering for weak fields [11] and in an article by Gao [12]
for fields of arbitrary intensity. We avoid such mathematical details and are content
to explain the physical origin of the new features. Moreover, we assume that the
driving field is polarized in the Z direction and that |§] > y, x, so that a weak field
limit is applicable.

Recall that the redistribution of ground-state sublevels occurs to zeroth order in
the applied field intensity, even if it takes a time of order (I')~! ~ (|x|*y/8%)"! to
reach equilibrium. As a consequence, there are a number of decay rates associated
with the relaxation of the ground-state sublevels to their final values. How many
such rates are there for a ground state having angular momentum G? Starting
from an unpolarized ground state, the only ground- and excited-state density
matrix elements that are modified with a z-polarized field are the diagonal elements
Omeme A0d Oy, - Spontaneous decay does not add any new ground-state elements,
since Qu,m,; does not couple to ground-state coherence via spontaneous emission.
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Although there are (2G + 1) ground-state populations, owing to the fact that
Omame = O—meg.—mg for excitation using z-polarized light, only G+1 (G+1/2) of these
elements are independent for integral (half-integral) values of G. As a consequence,
there are G + 1 (G 4 1/2) independent decay parameters associated with optical
pumping for integral (half-integral) values of G. One of these decay rates is zero,
since the total ground-state population does not decay at all. This zero-width decay
rate is responsible for the elastic component of the scattered spectrum. There remain
G (G—1/2) nonzero independent decay parameters associated with optical pumping
for integral (half-integral) values of G.

Qualitatively, the scattered spectrum consists of two distinct types of contri-
butions. The first corresponds to transitions that begin and end on the same
sublevel and can be considered a “Rayleigh-like” contribution centered at A, = 0.
This contribution itself consists of two components, an elastic component and an
inelastic component. The structure of the inelastic component is determined by
the G (G — 1/2) independent decay parameters associated with optical pumping
for integral (half-integral) values of G. Thus, for G = 1/2, there is no inelastic
Rayleigh component, while for G = 1, the inelastic Rayleigh component is a simple
Lorentzian, since only one nonzero decay parameter enters.

The second contribution consists of “Raman-like” processes, involving two-
photon scattering processes that begin and end on magnetic state sublevels differing
by one unit of angular momentum. The widths of the Raman components is given
by one-half the sum of the rate at which the incident field depletes each of the levels.
To determine the central frequency of the Raman components, one notes that the
light shifts of the ground-state sublevels depend only on |mgl; as a consequence,
there are G pairs of Raman components symmetrically displaced about A, = 0 for
G integral. For half-integral G, there is one “Raman” component centered at Ay = 0
and (G — 1/2) pairs of Raman components symmetrically displaced about A, = 0.
Since the light shifts vary as |x|?/|8| and the widths as y|x|?/|8|%, all but the Raman
component centered at A, = 0 are resolved from the Rayleigh component.

To summarize, let us first consider G integral. For H = G or (G — 1), there is no
steady-state scattering, since the atoms are pumped into a dark state by the incident
field. For H = (G + 1), there are an elastic and G inelastic components centered at
A = 0, and G pairs of Raman components symmetrically displaced about A, = 0.
If G = 1, the structure is similar to that for the Mollow spectrum but has a totally
different origin. For example, the sideband intensity in this case varies as the field
intensity, whereas it varies as the field intensity squared in the Mollow triplet when
|x1%/181> < 1. For half-integral G, there are an elastic component, (G — 1/2) inelastic
Rayleigh components, a Raman component centered at A, = 0, and (G — 1/2) pairs
of Raman components symmetrically displaced about Aj, = 0.

The presence of inelastic components in the scattered spectrum implies that, even
in weak fields, |g/V(t)| # 1, with the structure of g!!)(r) more closely resembling
that found for scattering of an atom in intense fields.

20.5 Summary

We have examined the scattering of a monochromatic field by a single, stationary
atom. The ensuing atom-field dynamics can be quite complicated. In general, the
scattered field contains both elastic and inelastic components. The elastic component
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can be associated with the dipole moment created in the atom by the field. The
inelastic components result from scattering processes involving emission into field
modes having a frequency different from that of the incident field. Taken together,
the spectrum and correlation functions provide a complete picture of the scattering
process.

Problems

1.

[S¥)

Consider scattering in the geometry of figure 20.1 in which the atomic beam
velocity vy, the field propagation vector kg, and the propagation vector of
the scattered radiation k are mutually perpendicular. Including the recoil that
the atom undergoes as a result of the scattering, show that the frequency
of the scattered light is shifted only by the recoil shift.

In general, for an incident wave vector ko, a scattered wave vector k, and
an atom moving with velocity v, show that the shift of the frequency of the
scattered radiation from that of the incident field is (k — ko) - v, neglecting
recoil effects. Give a simple interpretation to this result.

. Derive equations (20.32).
. Derive equation (20.37).
. Starting from equation (20.37), integrate over Aj to show that the ratio

Iw/(Ia)JrQ) = (45262)/(64 + 54) and that Ielastic/Iinelastic = (Cz - 52)2/25252'

. For a G = 2 ground state, an H = 3 excited state, and a z-polarized driving

field, calculate the central frequencies and widths of the Raman components
in the scattered spectrum for a weak driving field in the limit |§] > y, x.

. Calculate g?)(0) for the field scattered from a (damped) quantum oscillator by

a monochromatic field in terms of the populations of the levels, and show that
it is equal to

Zzo:l ﬂ(?’l + 1)Qn+1,n+1 _ (712) - <n>
(ZZO:I nQn,n)z (”)2 -

To do this, find an expression for the dipole moment operator of the oscillator
in the RWA, allowing you to find the positive and negative frequency
components of the dipole operator, and then use equation (20.55) with the
dipole operator you found and r = 0. Note that if the oscillator is in a coherent
state, then g?)(0) = 1. Evaluate this expression for a weak field and show that
it is equal to unity. What happened to the argument that measuring one photon
requires additional time to measure a second photon?

To solve this problem, take the Hamiltonian for the oscillator—classical field
interaction Hamiltonian to be (including only the first three states)

g?(0) =

} 0 g 0
H=hr|x & 2x
02y 28

You will also need the relaxation rates: 000 = 2y 0113 001 = —Y 001 + 252y 012;
01 = —2yo11 +4y02; 002 = —2y002; 012 = —3y002; and 92 = —4yon.
Consider only the stationary regime—steady-state result.
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Entanglement and Spin Squeezing

We have just about come to the end of the road. Our trip has taken us to many
destinations, but there are many others that were given just a glance or not seen
at all. Topics such as optical bistability, applied nonlinear optics, superradiance,
pulse propagation, and the theory of laser operation were excluded. Moreover,
many-atom systems in which correlations play a dominant role, such as Bose-
Einstein condensates, were not discussed. Many of these topics are included in the
bibliography entries that have been given throughout this book.

We would like to think that we have given the reader an introduction to the
theory of atom-field interactions that will prove helpful. The techniques that were
developed are quite general and can be applied to a wide range of problems. By this
time, it is hoped that you are comfortable with the various representations that were
used and that the choice of which representation to use has become “natural” for
you.

One topic that was not discussed is entanglement. Entangled or correlated states
of a multiple-atom system are states that cannot be factorized into a product of state
vectors for the individual atoms. For example, the state function for a two-atom
system

1 1
) = 301 +1200)(11)2 +1202) = F111) +112) + [21) + [22),

in which |a); corresponds to the state vector for atom ;j to be in state « and |aa’)
corresponds to the state vector for atom one to be in state & and atom two to be in
state ', is not an entangled state since it can be factorized. On the other hand,

W) = —=(112) +121)
V2
is an entangled state since it cannot be factorized. Entangled states have become
increasingly important with the development of quantum information and the quest
for a quantum computer.
Of course, entanglement and correlated states are at the heart of quantum
mechanics. In the spirit of this book, we finish this chapter by considering three cases
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in which a quantized field state becomes entangled with a many-atom state. Direct
interactions between the atoms, such as those produced by electrostatic forces, are
neglected; any entanglement of the atoms is produced by the field(s).

21.1 Entanglement by Absorption

The first case we look at involves the complete absorption of a single-photon pulse
in an optically dense medium [1,2]. As the pulse is absorbed in the medium, an
entangled state of the atoms and the field is produced; once the pulse is totally
absorbed, the atoms are left in an entangled state involving a single excitation [3].

To simplify the problem, we restrict the discussion to an effective one-dimensional
problem. That is, we neglect all modes of the radiation field having propagation
vectors in other than the X direction; we do not consider scattering of the incident
field into transverse field modes. The neglect of scattering into transverse modes is
valid provided that the calculation is limited to times for which y,¢ <« 1, where y»
is the excited-state decay rate. The process we consider is truly absorption by the
atoms, and not the scattering process with which we have been dealing throughout
most of this book. The energy lost by the field at any time is converted to excitation
energy of the atoms.

It is assumed that the atomic medium is inhomogeneously broadened. It turns
out that inhomogeneous broadening of the atomic transition frequencies provides
an important simplification in this problem, provided that the inhomogeneous width
is much larger than the single-photon pulse bandwidth. In that limit, all frequency
components of the incident pulse are absorbed in an identical manner, resulting in
a pulse that propagates without distortion. In the case of homogeneous broadening,
there could be significant reshaping of the radiation pulse as it propagates in the
medium.

The two-level atoms are uniformly distributed in the half-space X > 0, with the
position of atom m denoted by R,,. Owing to inhomogeneous broadening, these
atoms have a distribution of atomic transition frequencies centered about some
central frequency wg. That is, atom m has frequency w,,, which is detuned from
the central transition frequency by an amount

A, = w, — wy. (21.1)

The inhomogeneous frequency distribution is denoted by W(A,,,).
The positive frequency component of the electric field is

00 [y 1/2 )
j=—00
where
w; = |ki| /e, (21.3)

A'is the cross-sectional area of the field pulse, and a; is a destruction operator for
field mode j. As noted earlier, we consider an effective one-dimensional problem in
which the field propagates in the x direction with polarization z. The quantization
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scheme is one in which the field is periodic over a distance L, implying that
ki =27j/L, (21.4)

where j is an integer (positive, negative, or zero). With this definition, the
quantization volume is equal to AL, and the field modes are defined such that

L2
ZAEO /_L/2 E?(X) . E;F/(X)dX: hw/a—;aiai‘j/, (21'5)

that is, the expectation value of the energy in mode j of the field is equal to 7;hw;,
where 7; is the average number of photons in that mode. For future reference, we
note that the prescription for transforming from discrete to continuum modes of the

field is
> - i/ dk. (21.6)
; 21 ) o

In dipole and rotating-wave approximation, the Hamiltonian appropriate to the
atom-field system is

H = Zhwmam—i—Zhw aa;

+3 hg; ( i Xngmg a}e*"kfxma:"), (21.7)
where
12
. w;
= — 21.8
g i <2heoAL> M21 ( )

is a coupling constant; o are raising (+) and lowering (—) operators for atom s
o is the population difference operator, (|12) (2| — |1) (1]), for atom mz; and 1 is
the z component of the atomic dipole moment matrix element (assumed to be real).
Since there can be at most one atomic excitation starting from a state in which
all atoms are in their ground states and the field is in a one-photon state, the state
vector for the atom—field system can be written in the interaction representation as

D) =Y b |Gy 1)+ cult)e ™ m; 0, (21.9)

where b;(t) is the probability amplitude for the field to be in mode j and all the
atoms to be in their ground states (corresponding to state |G; 1;)), while ¢,(2) is the
probability amplitude for the field to be in the vacuum mode and the atoms to
be in a state where atom m is in its excited state and all the other atoms are in
their ground state (corresponding to state |72 0)). The initial state for the system is
taken as

Zb )IG; 1) (21.10)

a single-photon state of the field with all atoms in their ground states, normalized
such that >~ |b;(0)]*> = 1. In practice, the |b;(0)| are chosen to correspond to a
pulsed field propagating in the X direction with k; ~ ky = wo/c.
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It is now a simple matter to write equations for the state amplitudes using the
Schrodinger equation. We find that the equations of motion for the relevant state
amplitudes are given by

b; —zg/Ze kX i3 Bt (21.11a)
= —1Zg ek X =10 =An)tpy (21.11b)

where
(S/‘ = w; — wo, (2112)

and A, is given by equation (21.1).! By formally solving equation (21.11b) and
substituting the result in equation (21.11a), we find

b, —gfzgwe (ki) X i (0= /dt’ SOr=an) (1), (21.13)

Equations (21.11) and (21.13) are exact, giving rise to a rather complicated
entangled state of the atoms and the field. Note that, in general, field mode ;
is coupled to all other field modes at earlier times. Moreover, the evolution of
each spectral component depends on absorption at each atomic site. All is not
lost, however, if one neglects fluctuations in both particle position and frequency.
Normally, the average over particle position and frequency is carried out after
one obtains expressions for expectation values of quantum-mechanical operators.
However, if fluctuations are neglected, one can carry out this average directly in
equation (21.13). This type of average is implicit in the Maxwell-Bloch equations
derived in chapter 6. In general, for our one-dimensional geometry, fluctuations can
be neglected if the number of two-level atoms in a slice of length Ay = 27/ kg is much
greater than unity—that is, if

NAr > 1, (21.14)

kX is approximately

where N is the atomic density. In this limit, the phase factor e
constant within a given slice.
If fluctuations in particle position and frequency are neglected, we can replace the

summation over # in equation (21.13) by
L/2 oo
NA/ de/ dA,W(A). (21.15)
0 —0o0

The integral over X, would lead to a decoupling of the modes in the limit that
L ~ oo if the integral were from —L/2 to L/2; however, this is not the case, since
the integral goes from 0 to L/2. Instead, let us first integrate over A,,.

The exact form of the distribution W(A,,) is not of critical importance; for the
sake of definiteness, we choose the Gaussian distribution,

1\ o,
W(A,) = <2> e 4%, (21.16)
8

! The definition of §; differs in sign from that used in previous chapters.
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Performing the integral over A,, in equation (21.13), we find
L2
bj = N Ag; / dX Ze*’ (ki—ky / dt’ e A eibit it (). (21.17)

The temporal dependence of the field amplitude is not local, a consequence of the
fact that different frequency components of the field are absorbed differently by
the atoms. If the inhomogeneous width &y is much larger than the pulse bandwidth

-1 . . . .
77+, however, then all frequency components in the field are affected in an identical
manner by the atoms. We will assume this to be the case, ot > 1, allowing us to
approximate

——3p(7), (21.18)
)
where §p is a Dirac delta function. In this limit,
) L/2 _ _
b, = ‘fg,NA/ dX " gpe ki) X gi(0=0i ), (21.19)
0 0 -
j

To arrive at this expression, we set fot dt'dp(t —t')=1/2.
To make further progress, we go over to continuum states using equation (21.6)
and replace b;(0) with

b;(t) — Z%b(k, ), (21.20)

k; by k, w; by wp = ke, and §; by 8 = (wr — wp). In this manner, equation (21.19)
is transformed into

2 L/2 00 o
bk, t) = */Z %g NA / dx / dk e RIX G080t k! ). (21.21)
0 0 0

In writing this equation, we have set g = gr(wp = wp) and extended the k" integral
to —o0, since the major contributions from both k and k" are in the vicinity of k.

These equations are integral equations with a kernel that is a function of (k — k).
As such, they can be solved using Fourier transform techniques. Defining

1 o :
bk,t:—/ dpe ™ B(p, 1), 21.22
(k, ) N d o (p.2) ( )
we can convert equation (21.21) to the form
' 2 L2
B(p,t) = @Lg NA/ dX8p (X —ct — p) Blp, t). (21.23)
0 0

It is now possible to carry out the integral over X. In the limit that L ~ oo, we find

B(p.t) = —73(0, £O(p + ct), (21.24)
where
_ VNwou? (21.25)

h€0650
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and © is a Heaviside function. As a consequence, the final solution for the Fourier
transform of the field amplitude is

B(p, 0) 0 < —ct
B(p,t) = { e P2 B(p, 0) —ct<p <0, (21.26)
e */2B(p,0) p =0

assuming ¢ > 0.
By taking the inverse transform, one obtains the field probability amplitude

7Ct 0

b(k, t) = \/;_n/ dpeikpB(p,O)+\/;_n/ dpe o= 5(+2) B(p, 0)
—0o0 —ct

1

V2w

We assume that, at # = 0, the single photon pulse envelope is centered at X =
—Xo < 0 and has a spatial extent (AX) <« Xp. Moreover, we assume that
a (AX) < 1, so the pulse travels several pulse widths in the medium before it is
absorbed. Since |B(p, 0)|* corresponds to the pulse envelope at ¢ = 0, peaked at
p = —Xo, it follows from equations (21.26) and (21.27) that, for ¢t < Xp — (A X) /2
(before the pulse enters the medium),

+

e—%f/ dpe * B(p, 0). (21.27)
—ct

—ct o0
bk, t)~\/;_n/ dpe_ikpB(p,O)%\/;_ﬂ/ dpe * B(p, 0) = b(k, 0) (21.28)

and, for ¢t > Xy — (A X) /2 (once the pulse is entirely in the medium),

0
bk, t) ~ «/;_n/ dpe =5 (+2) B(p, 0)
—ct

e /oo dpe ™ B(p, 0) = e~ $0-X/Np(k 0),  (21.29)
N pe ¥ B(p,0) =e 2% ,0), :
A/ 27'[ —00
where the assumption that o (AX) <« 1 was used to set e~/ equal e**/? in the
integrand. The result is remarkably simple. The pulse propagates without distortion
and without loss until it enters the medium, and then decays away exponentially in
time as it propagates in the medium.
Combining equations (21.11b) and (21.27), and going over to continuum states,
we find that the atomic state amplitude evolves according to

. . L 2r [ kX —i(Sa— At
Cm = lgﬂw/flmdke e b(k, t)

1 ) 00 o i
—igﬂﬁ/ d,o/ dke k0 o1k Xm o= 1B Amt B 1)

o0
= —ig\/Ze’kOX’”e’A”’t/ dpe~*r s, (X, — ct — p) B(p, t)
—00

—igV/Le'® ™ B(X,, — ct, t)
—ig\/Le @ Xn2gitntgihoct B(X ¢t (), (21.30)

X
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where the fact that X, > 0 has been used. The last line follows from the properties of
B(p, t) given in equation (21.26) and the assumption that | B(p, 0)| is sharply peaked
at X = — Xy < 0, implying that only the second line in equation (21.26) enters. An
atom in the medium is excited by the pulse as it passes by, but the amplitude of the
pulse has decreased exponentially owing to absorption in the medium.

If we choose

1\ 2 i Ap i
b(k, 0) = <2> o~ kko)"/2(AR" ik X (21.31)
7 (AR)

with (Ak) = 1/ (AX), then
B(p,0) = /4 /Ak/ne—(p-s-Xo)Z(Ak>2/Zeiko(p+Xo) (21.32)

2
P——— Me—axm/zemmteikmxmw@)e—(xm—a+xo>2<Ak>2/z' (21.33)
2mweyAh

Using the time integral of equation (21.33) and equation (21.18), it is easy to verify
that

and

NA/OO de/dAmW(Am) lem(t > a/c)? = 1; (21.34)
0

all the field energy transmitted into the medium is transferred to the atoms when the
pulse is fully absorbed.
Explicitly, one finds the atomic state amplitude at time ¢ is given by

2
(X 1) = —r 114y [ 208 \/j =X/ 2 g (Xt X0) (ko0 ) = (A7) /2

2ceg Ah
t XtXo A XX 4 A
x| (TT A TIAT) g (A EIARTN L oy 35)
NG NG
where T = 1/[c(Ak)] and @ is the error function. For sufficiently long times,

ac(t — Xo/c) > 1, all the energy initially in the single-photon pulse has been
transferred to the atoms and the atoms are in an entangled state |y (t)) =
> Cm(t)e™ @ |m; 0) with a spatial phase factor ¢'®Xn that has been imprinted by the
field, along with an exponentially decaying factor e=**»/2, resulting from absorption
in the medium.

The entanglement results from the atoms sharing a single excitation. This
entanglement depends critically on the quantum properties of the incident pulse.
Had we taken a classical field, the excitation in the sample would decrease
exponentially, but there would be no entanglement in the atomic state vector.
We would run into problems, however, if we took a classical pulsed field having
energy hwo. Such a field has some probability for exciting two atoms, as well as
a relatively large probability, 1/e, of leaving all the atoms in their ground states,
despite the fact that the pulse is totally absorbed. Such contradictions are avoided
if we replace the classical field pulse by a quantized, multimode coherent state for
the field having average energy hwy. It does not appear that this multimode coherent
state produces any entanglement of the atoms, despite the fact that there are number
state fluctuations in the field.
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Figure 21.1. A schematic representation of the Duan, Lukin, Cirac, Zoller protocol. Atoms
are prepared in state 1. If scattered radiation on the 2-3 transition is detected, the system is
projected into an entangled state.

21.2 Entanglement by Post-Selection—DLCZ Protocol

As a second example of entanglement, we consider atomic state entanglement
produced by post-selection in the so-called Duan, Lukin, Zoller, Cirac (DLCZ)
protocol [4]. The mechanism responsible for entanglement by post-selection is
the projection of a quantum system into an entangled state that results from a
measurement on the system [5-9].

The DLCZ protocol is indicated schematically in figure 21.1. An ensemble of
three-level atoms having a A configuration is prepared in level 1. A weak pulsed field
is incident on the atomic sample. A detector is positioned to collect any radiation
scattered on the 2-3 transition in the nearly forward direction. In most cases, the
pulsed field travels through the sample without scattering, and no signal is observed
at the detector. However, occasionally, the detector is triggered. When this happens,
it is certain that one photon in the pulsed field has been scattered by the atoms,
and the ensemble is left in a state where at least one atom is in level 3. Since it is
impossible to know which atom is in level 3, the ensemble is left in an entangled
state involving a single excitation into level 3.

If a single-photon pulse is sent into the medium, then there is at most one
excitation into level 3. On the other hand, if a weak coherent state of the field is
incident on the medium, there is always the possibility that there are two excitations
of the system. The incident field intensity must be weak to avoid this outcome. As
a consequence, the probability that the detector is triggered is very small and the
experiment must be carried out thousands of times, on average, before detecting a
“click” at the detector. The triggering of the detector acts as the post-selection that
projects the ensemble into an entangled state.

Not only can the information in the incident pulse be stored in the atomic
medium, but it can also be read out at later times with high fidelity using a
control pulse, similar to the situation we discussed in chapter 9 for slow light and
electromagnetic-induced transparency (EIT). Several proof-of-principle experiments
of this nature have been carried out [5-9]. To enhance the scattering, optically dense
media and resonant fields are used. To avoid problems associated with absorption
of the field as it propagates in the medium, auxiliary levels and fields are employed,



500 = CHAPTER 21

allowing the signal field to propagate without loss owing to an EIT window that is
created for the fields [10-12].

21.3 Spin Squeezing

As a third example of entanglement, we consider the transfer of entanglement from
a quantized cavity field state to the quantum state of a pair of atoms [13].

21.3.1 General Considerations

In a Ramsey fringe experiment, one measures the upper-state population as a
function of atom—field detuning. This is the basic type of measurement needed for
optical clocks to determine the frequency of a transition. The precision of such
a measurement, as well as its accuracy, is of critical importance in metrology.
Quantum fluctuations evidently play a role in the precision that can be achieved.

For a single atom, a quantum measurement of the excited-state population yields
either a 1 (if the atom is measured in its excited state |2)) or a O (if the atom is
not measured in its excited state |2)). In an ensemble of N atoms, excited in the
same manner by the fields giving rise to the Ramsey fringe signal, one measures an
excited-state population equal to Npj,, on average. However, owing to quantum
fluctuations in the measurement process, there is usually an uncertainty of order
(No22)'/? associated with the measurement referred to as the standard quantum limit
(SQL). Since the precision of clock measurements is limited by this factor, there has
been considerable interest is determining whether these fluctuations can be reduced
by spin squeezing [14-18], the matter analogue of optical squeezing. An excellent
introduction to this topic is given in an article by Wineland et al. [19]. Here, we give
a very brief discussion of spin squeezing.

We have seen already that the state of a two-level quantum system can be
represented in terms of the Pauli matrices. That is, the operator for a two-level atom,
in the field interaction representation, can be written as

s = syi + syj+s:k, (21.36)
where the operators
s = (12) (21 — [1)(11)/2, (21.37a)
s =12) (1], s-=11) (2], (21.37b)
Sx = (st +5-)/2, sy =(s4 —s-)/2i, (21.37¢)

are closely related to the Pauli spin matrices. Suppose that we choose our coordinate
system with (s) along the z axis, such that (s,) = (s,) = 0. In that case, the quantum
fluctuations in the measurement of (s) occur in the xy plane, with

(s2)=(s3)y=1/4. (21.38)

There can be no spin squeezing for a single atom, since both the (s2) and (s%)
variances are constant.
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If we now consider N atoms interacting uniformly with the external fields, we
can define collective operators

N
Sa=) sl a=xy2z+ — (21.39)
j=1

It is an easy matter to show that these collective operators obey the same com-
mutation relations as the single-atom operators,

[Se. Sy] =iSe [Sy, 8] =iSes  [Se Sul =iy, (21.40)

but that the product of collective operators does not obey the same type of
relationship that holds for the single-atom operators. That is, while s? = 1/4,

N N N
S2= Y sisl= ()" + D sks]
ij=1 i=1 i j#i
N
= N/4+ > sis]. (21.41)
ij#i
Imagine that the atoms have been prepared with all the spins “down.” This
represents a product state for all the atoms with (S;) = —N/2, (S,) = (S,) = 0,
and
() = /(8% + (8,24 (S2)* = N/2. (21.42)

Such a state is referred to as a coberent spin state [20]. It is convenient to use angular
momentum notation to label the N-atom states. The states can be labeled by the
total angular momentum § and the z component of angular momentum S, quantum
numbers. In coupling N spins, one finds that S can vary from 0 (or 1/2 if N is odd)
to N/2. Clearly, the coherent state has maximal § = N/2, since all the spins are
aligned.

In a coherent state, (Sy) = (S,) = 0, and the variance of S, is

1
2 _ 1 2

(83) = 3 ((S++51)

1 /N N N N
=3 <2, —2’ (Si) + (SE) + 8548+ 85-84 5 —2>
1 /N N N N
where we have used the relation

SIS, m) =/ (SEm) (SEtm+ 1)|S, m+1). (21.44)

Similarly, (Sf) = N/4. We can define a parameter

Ny (8) 21.4
=" 45
: [(S)] ( )
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which is a measure of the precision. A value of &£, = 1 corresponds to the SQL. If we
can find a spin component perpendicular to the direction of (S) that is less than this
value, the state is said to be spin-squeezed.

To determine the conditions needed to generate spin squeezing, we start from an
average spin aligned along the z axis, and use the fact that AS,AS, > [(S;)|/2 to
write equation (21.45) as

~1/2

N
4 S
& = VNASY/| (50| 2 VN/(248,) = {1+ 3 D <S(y”S‘y7 >> . (21.46)
o 0'# ]
For correlated states, the sum can be positive and one cannot rule out the possibility

that & < 1. On the other hand, for uncorrelated states, using the fact that (S,)> = 0,
it follows that

4 S~ /gl 4 S /g2
L+ D0 (SSP) = 1= <37 (s (21.47)
jJ'#i j
As a consequence, & > 1, and there is no spin squeezing for unentangled states.
We are led to the important conclusion that entanglement is necessary for spin
squeezing. An entangled state does not necessarily lead to spin squeezing, but spin
squeezing cannot occur unless there is entanglement.

You might think that, just as in the optical case, it is possible to squeeze one
component of the spin to an arbitrarily small value. However, this is not the case.
Since AS, < N/2, it follows from equation (21.46) that the minimum value of &,
that can be reached is 1/+/N, a value referred to as the Heisenberg limit, since it is a
limit imposed by the Heisenberg uncertainty relation.

For N= 3 (S = 3/2), an example of a squeezed state is

ly) = 0.93513/2,3/2) + 0.354|3/2, —1/2), (21.48)

for which &, = 0.76, not quite at the Heisenberg limit of & = 1/4/3 = 0.577. For
N =2 (S =1), the state

1
v/2 cosh(26)

approaches the Heisenberg limit as 6 ~ 0 [21].

To construct spin-squeezed states, one has essentially two options to produce
the needed entanglement. One can use interactions between atoms to provide the
entanglement, or couple the atoms to a quantized state of the radiation field and
transfer the quantum properties of the field to the atoms. We look at the latter of
these possibilities [13].

V) = (™11, 1) +¢" |1, =1)), (21.49)

21.3.2 Spin Squeezing Using a Coherent Cavity Field

In dipole approximation and RWA, the Hamiltonian for an ensemble of two-level
atoms (lower state |1), upper state |2), transition frequency wy) interacting with a
resonant cavity field having frequency o = wy is

H = hoS, + hwa'a + hg(Sya+ S_a’), (21.50)
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where a and 4 are annihilation and creation operators for the field, and g is
a coupling constant (assumed to be real). Constants of the motion are $? =
S2 + S§ —+ Sz2 and (Sz + aTa). The Hamiltonian (21.50) is referred to as the Tavis-
Cummings Hamiltonian [22]. If, initially, all spins are in their lower energy state,
then (S, +a’a) = S(S + 1) + ng, where S = N/2, and ny is the average photon
number in the initial field. Since S = N/2, states of the atom plus field can be
labeled by |S,, 1), with —S < §, < S.

We note two general conclusions that are valid for arbitrary N. First, if we were
to replace the cavity field by a classical field, the Hamiltonian would be transformed
into

Hjass = Z {thé + hg'[SY () gmiat 4 QU "”t]} , (21.51)
j
where g’ is a constant. Since the Hamiltonian is now a sum of Hamiltonians for the
individual atoms, the wave function is a direct product of the wave functions of the
individual atoms. As a consequence, there is no entanglement and no spin squeezing
for a classical field. Second, if the initial state of the field is a Fock state, although
there is entanglement between the atoms and the field, there is no spin squeezing.
There is no spin squeezing unless the initial state of the field has coherence between
at least two states differing in # by 2.
It is convenient to carry out the calculations in an interaction representation with
the wave function expressed as

N/2

WEd = > > cmlt)e R k), (21.52)

m=—N/2k=0

where 71 labels the value of S, and k labels the number of photons in the cavity field.
In this representation, the Hamiltonian governing the time evolution of the ¢,(2) is
given by

H=hg(Sya+S_a’). (21.53)

We consider only the two-atom case, N = 2, § = 1. For other N, see
reference [13]. If the spins are all in their lower energy state at ¢+ = 0, the initial
wave function is

=> al-1k), (21.54)

where the ¢, are the initial state amplitudes for the field. Solving the time-dependent
Schrodinger equation with initial condition (21.54), we find

1
1) = [/e — 1+ kcos(v/4k — th)} ch, (21.55a)
cok(t) = —iy/ Zkk sin(v4k + 2gt)cpr1, (21.55b)
E+1)(k+1
c1k(t) = % [—1 + cos(v/4k + 6gt)} Chea. (21.55¢)

These state amplitudes can be used to calculate all expectation values of the spin
operators.
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If the initial state of the cavity field is a coherent state, then
cp = ake 2 1 /R1, (21.56)

and the average number, 7, of photons in the field is given by 7y = |a|>. For
simplicity, we take a to be real. We limit our discussion to a weak coherent state of
the field, |o|* <« 1.

Keeping terms to order o, we find from equations (21.55) and (21.56) that the
only state amplitudes of importance are

c_10(t) = (1 —a?/2), (21.57a)
c_1.1(t) = a cos(v2gt), (21.57b)
az

cralt) = 1o 1+ 2cos(\/ggt)} : (21.57¢)

co.0(t) = —ia sin(v/2gt), (21.57d)
)

cor(t) = —% sin(v/6gt), (21.57¢)
aZ

crolt) = =5 [1 — cos(v/6gt)| . (21.57f)

Using equations (21.52) and (21.44), with § = 1 (N = 2), and the fact that
S |S, m) = m|S, m), we find that the spin components’ expectation values are

(Sy) =0, (Sy) = V2asin(v2gt), (21.58a)
(S,) = — [1 e sinz(\/igt)} . (21.58b)

We need to calculate the spin variances in a plane perpendicular to (S). The
motion of the average value for the spin vector operator is in the yz plane, with
the length of the vector always equal to unity, to order a?. Since (S.) = 0, the
plane in which we look for spin squeezing is the one defined by the x axis and an
axis orthogonal to both X and the instantaneous direction of the spin. Making an
appropriate rotation in the yz plane to define a y' axis perpendicular to (S) and
X, and afterward choosing an arbitrary direction defined by an angle ¢ in this plane
(see figure 21.2), we find that &, > min{&,, &}, which implies that the best squeezing
is to be found in either the x or y" directions. The analytic expressions for &, &,
obtained using equations (21.45) and (21.57) are

AS, 1 . 2 .
£, = JZ|(SS'>| ~1+4a? [2 sin?(v2gt) — 3 smz(\/ggt/Z)} , (21.59a)
ASy [ 1., 2 .,
£y = ﬁ|<S>| ~1+a” |~ sin (V2gt) + S sin (Ve6gt/2)| . (21.59b)
The lowest possible value for the squeezing occurs in the x direction and is equal to
2,
Enin=1-— gOl (21.60)

at a time when sin(+/2gt) = 0 and cos(v/6gt) = —1.
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’

i y

Figure 21.2. The average spin vector is in the y-z plane. We rotate the axes about the x axis
so that the average spin is along the 2’ axis and then measure fluctuations in the x-y" plane at
some angle ¢ relative to the x axis.

For larger values of N and «, there can still be spin squeezing provided that the
average number of photons in the field is less than the number of atoms. In this limit,
the atoms can “deplete” the field, implying that field fluctuations are important.

21.4 Summary

In this final chapter, we have looked at two mechanisms that lead to entangled atom
states. The entanglement of the atoms is produced in an intermediate step in which
the atoms become entangled with a quantized state of the field.

Problems

1. Derive equation (21.23) from equation (21.21).

2. Prove that a necessary condition for squeezing of a single-mode radiation field
is that there is a coherence between photon occupation states differing by 2,
provided that (a;) = 0. If (a1) # 0, you can translate that state back to a state
with (a1) = 0, and the condition for squeezing will be that the translated state
has coherence between photon occupation states differing by 2.

3. Now consider an N atom system labeled by states |S = N/2, S,). Prove that to
have spin squeezing in this system, there must be a coherence between S, states
differing by two for states in which (Sy) = (S,) = 0.

4. Prove that [Sy, Sy] = 7S;, but that S5, # S, /2, even though s,s, = s, /2.

5-6. Derive equations (21.59).

7. In the perturbation theory limit z < 1, the squeezing operator acting on the

vacuum state produces a state of the field

[v) ~10) + B12),
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where B = —z/+/2. Assuming this to be the cavity field with z real, calculate the
spin squeezing that this cavity field produces in a two-atom system. Although
spin-squeezed fields transfer squeezing to the atoms, they cannot produce states
at the Heisenberg limit [13].

. Consider two, noninteracting, two-level atoms driven by the same atom-field

interaction. The atoms start in state |11), and the field only couples states [11),
(112) + |21))/+/2, and |22), since

(11] V(112) — 121))/~/2 = (11| V[12) — (11| V|21))/~/2 = 0,

because the interaction is the same for both atoms. Thus, it would appear that
a weak incident field pulse that is resonant with the 1-2 transition in each
atom excites only the entangled state (|12) + [21))/+/2. Prove that this is the
wrong conclusion—there is no entanglement following the pulse.

. Now consider an additional atom-atom interaction term in problem 8 that

shifts level |22) by frequency A. Show that in this case, it is possible to create
entanglement, since the atom can be blockaded in state (|12)+|21))/+/2. What
are the conditions on the pulse width to produce this entanglement?
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absorption: entanglement by, 493-498;
linear, by stationary atoms, 125-128,
469-470; in photodetector, 339; as
scattering into field modes, 85, 87, 128,
469-470; as true absorption, 339, 493.
See also scattering into vacuum field

absorption coefficient, 85-87; complex, 126;
for moving atoms, 91-92; probe field,
148-149, 165, 192; for stationary atoms,
85-91, 126

absorption profiles: atomic motion and,
91-94; atomic structure and, 83; collisions
and, 78; two-photon, 178. See also
homogeneous widths; inhomogeneous
broadening; Lorentzian absorption profile

adiabatic approximation, 39-42; for general
matrix differential equation, 43

adiabatic following, 39-42; Bloch vector in,
74; linear pulse propagation and, 128;
Maxwell-Bloch equations and, 133; rate
equations and, 95, 96; in stimulated
Raman adiabatic passage, 188-191

adiabatic states, and field interaction
representation, 37

adiabatic switching, 40, 42; Bloch vector in,
74; in stimulated Raman adiabatic
passage, 190

amplitude gratings, 250-254

angular momentum: of circularly polarized
radiation, 390-391, 392; coupled tensor
basis and, 393-394; optical pumping and,
402; in spontaneous decay, 387, 388, 392

annihilation and creation operators, 280,
281-283; coherent states and, 287, 288,
289, 290; evolution equation for, 287;
phase operators and, 299; quadrature
operators and, 291-293; squeezed states
and, 294-295

anomalous dispersion, 126

antibunching of scattered field, 486-487

atom-field Hamiltonian, 7-8, 10-13,
360-363

atom-field interaction energy, 101

atom focusing, 106, 258-259

atomic beams. See atom interferometry;
atom optics; light scattering by stationary
atoms

atomic motion: absorption profile and,
91-94; criterion for quantized description
of, 115, 248-249; density matrix
equations with, 99-101, 163-163;
Hamiltonian including, 362; quantization
of, 110-1135; in three-level system,
163-1635. See also classical atomic motion;
collisions; inhomogeneous broadening

atom interferometry, 263-274; with classical
atomic motion, 248, 266, 267-268, 272;
coherent transients and, 269; with
counterpropagating optical fields,
267-274; with microfabricated elements,
266; optical analog of, 263-2635; optical
Ramsey fringes and, 224-225; summary
of, 275. See also interferometers

atom optics, 101-109, 248-263; amplitude
gratings in, 250-254; introduction to,
101, 248-250; phase gratings in, 254-263

atom trapping, 103-105. See also
magneto-optical trap (MOT)

Autler-Townes splitting, 172-175

back-scattering term. See grating term, in
saturation spectroscopy

basis operator, 9

basis vectors, 8-9

bath. See perturber bath; thermal bath

beam splitter, 263, 265-266

billiard ball echo model, 214

binary collision approximation, 78-79

bleached medium, 91, 153

Bloch equations. See optical Bloch equations
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Bloch-Siegert shifts, 27-28

Bloch sphere, 70, 75

Bloch vector, 67-75; for constant field and
detuning, 71-73; defined, 67-68; field
interaction representation and, 37, 67-68;
in free polarization decay, 210, 213;
geometric interpretation of, 69-75;
interpretation of components, 68; with no
relaxation, 70-74; photon echo and, 214;
rate equations and, 96; with relaxation
included, 74-75; summary of, 76-77;
with time-dependent detuning, 74; with
time-dependent pseudofield vector, 73-74

bra, 9

Bragg limit, 256, 259

Bragg resonances, 261, 262-263

Bragg scattering, 256, 259-263

Bragg spectroscopy, 261-263

branching ratio, for spontaneous decay, 387

bright state, 195

cascade configuration, 159, 160, 161-162,
163; open quantum systems in, 179;
probe field absorption for, 165-172, 174;
two-photon transitions in, 176-178

Casimir effect, 2, 284

cavity field: coherent, spin squeezing with,
502-504; generating number states of,
300; in Jaynes-Cummings model, 358,
363-370

cavity quantum electrodynamics, 363

center-of-mass motion. See atomic motion

chirped pulse, adiabatic approximation
with, 40, 42

circularly polarized radiation, 386,
389-392; optical pumping with, 403; in
sub-Doppler cooling, 433, 435, 436

classical atomic motion: atom
interferometry in limit of, 248, 266,
267-268, 272; criterion for use of, 115

classical field coherence properties, 314;
first-order correlation functions, 315-322;
second-order correlation functions,
322-326

Clebsch-Gordan coefficients, 380, 387, 388,
392,410

closed two-level system, 179

coherence (off-diagonal density matrix
element), 68; decay rate of, 67; electric
dipole, 126-127; optical pumping and,
407, 409; photon echo and, 219; rate
equations and, 95

coherence, excited-state, 467-468

coherence length, 319, 321-322

coherence properties of fields, 312-314.
See also correlation functions

coherence term. See grating term, in
saturation spectroscopy

coherence time, 319

coherent cavity field, with spin squeezing,
502-504

coherent population trapping, 436-437

coherent spin state, 501

coherent-state basis, 289-290, 327,
329-330

coherent states of quantized field, 286-291;
classical current distribution and,
371-372; defining equation for, 288;
density matrix of, 327; generation of, 300,
371-372; Jaynes-Cummings model and,
364-366; with Michelson interferometer,
350, 352-353, 354; as minimum
uncertainty states, 293; multimode, 332,
3335; phase operator for, 300; photo-count
distribution, 345; photon number in, 289;
properties of, 289-290; quadrature
operators for, 293; second-order coherent,
334; as translations of vacuum state,
290-291; two-photon, 293-298

coherent transient optical spectroscopy, 206

coherent transient phenomena, 206-2335;
atom interferometry and, 269; basic
principles of signals in, 206-210; free
polarization decay in, 210-214; frequency
combs and, 225-228; multidimensional,
229; optical Ramsey fringes in, 222-225,
231-235; photon echo in, 214-219, 248;
source-field approach to, 468-469;
stimulated photon echo in, 219-222,
267-268; transfer matrices in, 229-231

collective decay modes, 460, 461

collision dephasing rates, 164, 165, 169

collision (pressure) broadening, 3, 89, 93-94

collision model, 61-62, 78-80; correlation
functions for, 317-319, 321, 324-325,
333

collisions: amplitude approach and, 57;
density matrix and, 58, 61-62, 79-80;
photon echo signal and, 219; stimulated
photon echo signal and, 221-222; in
three-level system, 164, 165

continuity equation, 301; in reciprocal
space, 302

continuous-wave (cw) spectroscopy, 206



coordinate representation, of center-of-mass
motion, 110-112

corkscrew polarization, 414, 431-433;
Fokker-Planck equation and, 443-445,
448-449

correlation functions for classical fields:
first-order, 315-319, 321; higher order,
322; second-order, 322-326

correlation functions for quantized fields:
first-order, 330-333; second-order,
334-336, 346

correlation functions of scattered field,
486-487

correlation time: of classical fields, 316, 317,
322, 323; of vacuum field, 397

Coulomb gauge, 302, 304; in reciprocal
space, 303

counterpropagating fields: atom
interferometry with, 267-274; optical
pumping with, 412-414, 422-423;
saturation spectroscopy and, 144-149;
sub-Doppler cooling with, 425-433,
436-437. See also standing-wave fields

coupled tensor basis, 393-394, 411, 413,
414, 417-418

creation operator. See annihilation and
creation operators

current density, 300, 301, 302, 304-305,
308

current distribution, and coherent states,
371-372

dark optical lattices, 435

dark states, 184—188; coherent population
trapping and, 436; compared to bare-state
picture, 198; friction force and, 199; slow
light and, 192, 194; STIRAP method and,
188-191

de Broglie wavelength: atom focusing and,
259; Bragg scattering and, 261

density matrix: basic properties of, 58-59;
center-of-mass motion and, 110-113;
collisions and, 58, 61-62, 79-80; defined,
58; for ensemble of atoms, 60, 83-85;
field interaction representation and,
63-635, 76; for field states, 314, 326-330,
332-333, 335; in Heisenberg
representation, 359; interaction
representation and, 62—63; in irreducible
tensor basis, 388-389, 393, 402,
409-411, 417-419; irreversible processes
and, 75; photodetection and, 343-345;
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rationale for, 56-58; reduced, 60-61, 80,
314, 458, 459; in rotating-wave
approximation, 59-60, 62-63, 75-78; in
Schrodinger representation, 358-359;
semiclassical dressed states and, 66—67;
for single atom, 56-62; thermal bath and,
58, 60-61; time evolution of, 59. See also
Bloch vector

density matrix equations: with atomic
motion, 99-100, 110-115; in irreducible
tensor basis, 418-419; for three-level
atom, 163-164, 187; for two-level atom,
61-65, 75-76

dephasing decay rate, 67

destruction and creation operators. See
annihilation and creation operators

detuning, atom-field, 26; absorption
coefficient as function of, 88-89; with
atomic motion, 92, 101; time-dependent,
36

differential scattering, in sub-Doppler laser
cooling, 422, 423-433

diffraction: electromagnetic, 121, 242-246;
of matter waves, 251, 252, 253-254;
quantum-mechanical, 242, 246-248;
summary of, 274-275. See also atom
optics; scattering

diffractive scattering, with photon echo
techniques, 219

diffusion, in laser cooling, 108-109,
437-438

diffusion coefficient: in Fokker-Planck
equation, 438; interferometric
measurement of, 270; for laser cooling,
109; for sub-Doppler cooling, 423, 430,
433,437, 440-442, 444-448

dipole, classical: radiation pattern of, 386,
396, 464, 465; scattering by, 477,
487

dipole approximation, 7, 11, 361-362;
source-field equation and, 461, 464;
spontaneous decay and, 377, 379

dipole coherence: power broadening and,
91; spontaneous emission field intensity
and, 467

dipole moment, vanishing, in spontaneous
emission, 382-383, 386

dipole moment matrix element, and Rabi
frequency, 7

dipole moment operator, 7-8, 12;
macroscopic polarization and,

123
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Dirac notation, 8-9

dispersion, 126, 130-131; phase matching
and, 154. See also index of refraction

displacement operator, producing coherent
state, 290-291, 297-298

Doppler broadening, 3, 91-94; eliminated in
saturation spectroscopy, 136, 148, 159,
165, 172; methods for elimination or
reduction of, 93, 178; of stimulated
photon echo signal, 221; two-photon
spectroscopy and, 172, 178. See also
inhomogeneous broadening

Doppler limit: of laser cooling, 109; in
saturation spectroscopy, 1435, 148, 149,
169-172

Doppler phase, transverse, 256

Doppler shifts: in Sagnac interferometer,
263-264; second-order, optical Ramsey
fringes and, 235

dressed states. See quantized dressed states;
semiclassical dressed states

dressing angle, 67

Duan, Lukin, Cirac, Zoller (DLCZ)
protocol, 498-499

duty cycle, of amplitude grating, 250

eigenkets, 9, 18; time-dependent, 23, 36

elastic scattering, 477, 479, 481, 482, 485,
486,487,488

electric dipole moment operator. See dipole
moment operator

electric field amplitude, from Poynting
vector, 67

electric susceptibility, 121

electric susceptibility tensor, 6

electromagnetic diffraction, 121,
242-246

electromagnetic-induced transparency (EIT),
193, 499

energy density, in vacuum field, 281,
283-284, 285

ensemble averages, 312-314; of classical
fields, 317, 318, 323-324; of quantized
fields, 332, 335

ensemble of atoms, density matrix for, 60,
83-85

entanglement: by absorption, 493-498;
introduction to, 492-493; by
post-selection, 498-499; spin squeezing
and, 502, 503

ergodic theorem, 312

error function, 94

evolution equation: for annihilation and
creation operators, 287; for density
matrix, 59; for expectation value, 10, 59,
359; in Heisenberg representation, 286,
359

expectation values: evolution of, 10, 59,
359; in Heisenberg representation, 359,
453; measurements and, 56, 57, 58; in
Schrodinger representation, 453; Wigner
function and, 114-115

far off-resonance optical trap (FORT),
104

field interaction representation, 32-36;
Bloch vector and, 37, 67-68; density
matrix and, 63-65, 76; second definition
of, 36-37, 63, 64; semiclassical dressed
states and, 36-39; summary of, 45-47

field quantization, 280-283, 300-308

fine structure constant: atom interferometry
and, 265; maximum absorption
coefficient and, 89-90; spontaneous decay
rate and, 380

fine structure states, decay rates of, 382

first-order coherent field: classical, 316, 317;
quantized, 331, 332; scattered, 486; in
Young’s interferometer, 321

fluctuation dissipation theorem, 458

fluctuations: coherent states and, 286, 287,
289; Maxwell-Bloch equations and,
129-130; Michelson interferometer and,
349, 350-355; in photodetection,
342-343; in sources of classical fields,
314; spin squeezing and, 500; in vacuum
field, 284. See also correlation functions;
diffusion, in laser cooling; noise

Fock states. See number states (Fock states)

focusing. See atom focusing; self-focusing

Fokker-Planck equation, 437-440;
corkscrew polarization and, 443-445,
448-449; crossed-polarized fields and,
441-442, 446-4438; equilibrium energy
and, 445-449

force on atom in optical field, 101-109; of
focused plane wave, 101, 103-105; of
plane wave, 101, 102; standing-wave,
101, 105-109. See also friction force

four-wave mixing, 140-141, 152, 153-155;
source-field approach to, 468-469;
squeezed state in, 372

Fraunhofer diffraction, 244, 245-246; of
matter waves, 251, 252



free polarization decay (FPD), 210-214,
216,217,218, 271, 273, 313, 471

free radiation field. See quantized, free
radiation field

frequency: units of, 3. See also transition
frequencies

frequency beats, 467-468

frequency combs, 225-228

frequency locking, 148-149

frequency window, 192-193

Fresnel diffraction, 244, 245, 246; of matter
waves, 251, 252, 253-254

friction coefficient, 108, 429; in
Fokker-Planck equation, 438

friction force: capture range for, 429; in
standing-wave field, 107-108; in
sub-Doppler cooling, 423-433, 437, 442,
444, 445-446, 448; on three-level atom,
199

fringe contrast, with Young’s interferometer,
320-322

gauge transformation, 301; in reciprocal
space, 303

Gaussian absorption profile, 92-93

Gaussian pulse, adiabatic approximation
with, 40, 41

generalized Rabi frequency, 30-31

gratings: amplitude, 250-254;
microfabricated, 248-253, 266; phase,
254-263; polarization, 426-427,
429-430; population, 137, 139, 141-14e6,
155

grating term, in saturation spectroscopy,
142, 145-146, 148, 149; with solids, 150

gravitational acceleration measurement:
with matter-wave interferometer, 274;
with Raman echo interferometer,
269-270

gray optical lattices, 435

ground state repopulation, 387-389

Hamiltonian: atom-field, 7-8, 10-13,
360-363; time-dependent, 19-21;
time-independent, 17-19

Hanbury Brown and Twiss experiment,
325-326

Heisenberg limit, 502

Heisenberg representation, 286-287, 358,
359-360, 453; atom—field interactions in,
454-461; correlation functions and, 330.
See also source-field approach
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Hermitian operator, 9, 58

hole burning, 144-146; with solids, 149

homogeneous widths, 3, 92, 94; in free
polarization decay, 210-212. See also
pressure (collision) broadening

hyperbolic secant pulse, 28

hyperfine states: decay rates of, 381-382;
radiation pattern and, 392, 394

impact approximation, 79, 318

incoherent pumping, 179

index of refraction, 6, 26; complex, 121,
128; Kerr effect and, 155, 226; linear
absorption and, 126; Maxwell-Bloch
equations and, 124, 125, 130-134; pulse
propagation in linear medium and,
121-123, 128-129; slow light and,
192-193

inelastic spectral components, 478-479,
482,484, 485, 486, 488

inhomogeneous broadening, 3—4; in
absorption by optically dense medium,
339, 493; in coherent transient
spectroscopy, 206, 217; Doppler
broadening as (see Doppler broadening);
in free polarization decay, 212-214;
optical Ramsey fringes and, 224; in
perturber bath, 313; in photodetector,
339; photon echo and, 216-217; power
broadening as, 3, 89, 91, 96; transit-time
broadening as, 4, 179

intensity correlations, 322-326

interaction representation, 21-23; compared
to other representations, 35-36; density
matrix and, 62-63, 76; summary of,
45-47

interferometers: internal state, 268-270;
Mach-Zehnder, 326; Michelson,
346-355; moiré, 266; Raman photon
echo, 267, 268-270; Sagnac, 263;
Talbot-Lau, 266, 273, 275; Young’s,
319-322

interferometry. See atom interferometry;
optical interferometry

internal state interferometer, 268-270

irreducible tensor basis, 388-389, 417-419;
density matrix equations in, 418-419;
inverse of, 393; optical pumping and, 402,
409-411; polarization and, 417-418

Jaynes-Cummings model, 358, 363-370
3-] symbols, 404, 410
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6-] symbols, 388, 410
9-] symbols, 410

Kapitza-Dirac scattering, 256

Kerr effect, 155, 226

ket, 9

Kirchhoff-Fresnel diffraction, 319. See also
diffraction

lambda (A) configuration, 184-199; basic
description of, 159, 160, 162-163; dark
states of, 184-191, 192, 194, 198, 199,
436; effective two-state problem for,
196-198; force on an atom in, 199;
information storage in, 222, 499;
interferometers using, 267-270; open
quantum system in, 178; slow light in,
191-196; STIRAP method and,
188-191; two-photon transitions in,
176,178

Lamb dip, 148-149

Lamb shift, 284, 377

Landau-Zener formula, 42

laser cooling, 105-109. See also
sub-Doppler laser cooling

lasers: output field of, 313; power outputs
of, 6-7; tunable types of, 2, 6-7

laser spectroscopy, 136, 137. See also
saturation (nonlinear) spectroscopy

level inversion using 7 pulses, 29-30, 71.
See also adiabatic switching

Lévy statistics, 437

light scattering by stationary atoms,
474-489; correlation functions for,
486-487; dressed states and, 369, 474,
483-484; Mollow triplet in, 479483,
486; perturbation theory of, 475-479; in
weak fields, 487-488. See also scattering

light shifts, 4; in Bragg spectroscopy,
261-262; by cross-polarized fields,
433-434; in effective two-state problem,
197, 198; by pump field, 143, 433-434,
437-438; by standing-wave optical field,
106, 255, 256, 261-262; in two-level
system, 28; in two-photon spectroscopy,
177, 178; in weak field scattering,
488

line shifts, 4. See also light shifts; recoil shifts

line widths. See absorption profiles;
homogeneous widths; inhomogeneous
broadening

longitudinal relaxation rate, 206

longitudinal relaxation time, 206; stimulated
photon echo and, 220, 221

longitudinal vector fields, 303

Lorentz force law, 11, 301

Lorentz gauge, 301-302; in reciprocal space,
303

Lorentzian absorption profile: for moving
atoms, 92, 93-94; in saturation
spectroscopy, 148; square of, in saturation
spectroscopy, 143; for stationary atoms,
89; for three-level atoms, 171-172, 174

Lorentzian power spectrum, 319

Lorentzian radiation spectrum, 383-384

lowering operator, 282

Mach-Zehnder interferometer, 326

magneto-optical trap (MOT), 267,
270-271,273

Magnus approximation, 43-45

Markov approximation, 318

master equation, 62

matrix differential equation, 42-45

matrix elements, 9; reduced, 380-382

matter-wave interferometers, 265-267, 268,
270-274

Maxwell-Bloch equations, 123-125;
approach to, 120-121; coherent transients
and, 209-210; for index of refraction
greater than unity, 132-134; limitations
of, 129-130; linear absorption and,
125-128; probe field absorption and,
147-148; slow light and, 192, 196;
three-level system and, 165. See also
optical Bloch equations

Maxwell’s equations: condition for
macroscopic description by, 130; with no
free currents or charges, 4-6, 120;
plane-wave solutions of, 6; in reciprocal
space, 302, 305; with sources, 300, 302,
304-305

measurement: entanglement resulting from,
498-499; expectation values and, 56, 57,
58; quantum-mechanical problem of,
339-340. See also metrology;
photodetection; standard quantum limit
(SQL)

metrology: frequency combs in, 225; optical
Ramsey fringes in, 231, 500

Michelson interferometer, 346-3535; classical
fields in, 347-349; correlated signals
with, 350-352; quantized fields in,
349-355



microfabricated gratings: atom
interferometers using, 266; scattering
from, 248-253

mode-locked laser, frequency combs of,
225-228

modulated atomic state polarization, 412,
413,414

moiré interferometer, 266

Mollow triplet, 479-482, 486; quantized
dressed-state approach to, 483-484;
source-field approach to, 485

momentum exchange, in sub-Doppler laser
cooling, 422, 423-433

momentum of field, 282, 301, 305, 307

momentum representation, of
center-of-mass motion, 112

monochromatic fields, coherence properties
of, 316-317, 323-324

Monte Carlo technique, for spontaneous
emission, 397-399

moving atoms. See atomic motion

multipole decay rate, 388

natural line width, 3, 313

noise: in photodetection, 342-343; Young’s
interferometer and, 319, 322. See also
fluctuations

nonlinear spectroscopy. See saturation
(nonlinear) spectroscopy

normal dispersion, 126

nuclear magnetic resonance (NMR), 210,
214; of spin half quantum system, 47-50

number operator, 281, 282, 283; in
Heisenberg representation, 459-460; in
squeezed state, 298; in two-photon
coherent state, 296

number states (Fock states), 282-283;
density matrix and, 327, 328;
experimental generation of, 300;
Michelson interferometer and, 350; phase
operators and, 299-300; photo-count
distribution for, 346; quadrature
operators and, 292-293; second-order
correlation function for, 334;
single-mode, 285-286

number-state squeezing, 350

one-photon state, 2, 284-285

open quantum systems, 178-179; coherent
transient signals in, 206, 208-209,
229-230; stimulated photon echo signal
and, 221-222
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operators, 9; in Heisenberg representation,
286-287

optical Bloch equations, 69, 76-77;
Heisenberg representation and, 456, 458;
Maxwell-Bloch equations and, 125;
photon echo and, 219; quantum trajectory
approach and, 399; rate equations and, 96

optical interferometry, 263-265

optical lattice potentials, 414-416;
sub-Doppler cooling and, 433, 434, 435

optical pumping, 402-414; with
counterpropagating fields, 412-414;
introduction to, 402-403; irreducible
tensor basis used for, 402, 409-411; laser
cooling and, 422-423, 435, 437 (see also
sub-Doppler laser cooling); with multiple
fields, 411-414; with single-frequency
fields, 403-411; with weak fields,
scattered spectrum in, 487-488; with
z-polarized excitation, 407-409

optical pumping rate, 408; for circularly
polarized fields, 432; for crossed-polarized
fields, 414, 428-429

optical Ramsey fringes, 222-225; in
spatially separated fields, 231-235

optical theorem, 470

overcompleteness of coherent-state
eigenkets, 289-290, 329

parametric down conversion, 372

partial decay rates, 164, 381, 382, 387

passive mode locking, 226

Pauli spin matrices, 25, 47, 500

Pendellosung oscillations, 263

permeability of free space, 5

permittivity of free space, 5

perturber bath: coherence and, 313;
collision model with, 78-80

phase conjugate geometry, 141, 154

phase conjugate signal, 222

phase diagram: optical Ramsey fringes and,
223-224,234-235; for photon echo,
214-217; Raman echo interferometer
and, 270; with recoil splitting, 234-2335;
for stimulated photon echo, 220,
223-224

phase diffusion model, 319, 321-322,
324-325, 333; photon counting and, 343.
See also collision model

phase gratings, 254-263

phase-interrupting collision model, 80

phase locking, 226
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phase matching: coherent transients and,
209, 211, 219, 221, 222, 469; four-wave
mixing and, 140-141, 154

phase operators, 298-300

phase-space distribution function:
Fokker-Planck equation for, 438; Wigner
function and, 113, 114

photodetection, 339-346; of classical fields,
340-343; of quantized fields, 343-346

photon, 2. See also one-photon state; photon
states

photon bunching, 325

photon echo, 214-219; as atom
interferometer, 248; stimulated, 219-222

photon states, 282-283. See also number
states (Fock states)

photon statistics, 314, 327-329

plasma dispersion function, 94, 148, 169

Poisson distribution of photon number, 289,
327; photodetection and, 342, 343

polariton state, 195

polarization, circular. See circularly
polarized radiation

polarization, macroscopic: in
Maxwell-Bloch equations, 123-125, 131;
in Maxwell’s equations, 5, 6

polarization gradient cooling, 423, 433-435

polarization grating, 426-427, 429-430

polarization tensor. See coupled tensor basis

polarized ground state, 402, 409, 412

population gratings, 137, 139; in four-wave
mixing, 155; in two-field case, moving
atoms, 144-146; in two-field case,
stationary atoms, 141-144

population trapping, coherent, 436-437

post-selection, 498-499

power-broadened decay rate, 87, 89

power broadening, 3, 89, 91; rate equations
and, 96

power delivered to medium, 127-128

power of coherent transient signal,
209-210; in free polarization decay, 211,
213; with photon echo, 217, 218; with
stimulated photon echo, 221

power spectrum, of classical field, 315-316,
319

Poynting vector, 6-7; absorption coefficient
and, 87-89, 90-91

pressure (collision) broadening, 3, 89, 93-94

pressure-induced extra resonances, 141

probe field. See saturation (nonlinear)
spectroscopy

propagation vector, 6

pseudofield vector, 69; active transformation
of, 71-72; in free polarization decay, 210;
rate equations and, 96

pulse area, 29-30; Bloch vector and, 71; in
coherent transient spectroscopy, 207, 208;
with phase grating, 257

pulsed fields, and semiclassical dressed
states, 40, 42, 45, 188-191

pulse propagation in linear medium,
121-123, 128-129

pump field. See saturation (nonlinear)
spectroscopy

quadrature operators, 291-294; variances
of, 295-296, 298

quantization of radiation field: in free space,
280-283, 308; with sources, 300-308

quantized, free radiation field: effective
Hamiltonian of, 284; energy density of,
281, 283-284, 285; in-phase and
out-of-phase components of, 292; phase
operator for, 298-300; properties of,
283-291; quadrature operators for,
291-293; single-mode number state of,
285-286; single-photon state of, 2,
284-285. See also coherent states of
quantized field; quantized fields

quantized dressed states, 358, 367-370; light
scattering spectrum and, 474, 483-484

quantized fields: characterization of, 314;
density matrix for, 314, 326-330, 332,
335; Hamiltonian for interaction with
matter, 360-362; Jaynes-Cummings
model for interaction with matter,
363-367. See also quantized, free
radiation field

quantum beats, 467-468

quantum collapse and revival, 365-366

quantum efficiency of detector, 344, 350,
351

quantum electrodynamics, 284; cavity, 363;
Lamb shift and, 377

quantum information: dark states and, 184,
188; entangled states and, 492, 499;
Jaynes-Cummings model and, 363; slow
light and, 194; stimulated photon echo
signals and, 222

quantum jump, 397

quantum-mechanical diffraction, 242,
246-248

quantum optics, 1-2



quantum regression theorem, 460, 474, 486

quasiclassical states. See coherent states of
quantized field

quasi-monochromatic fields, representations
for, 45. See also specific representations

Rabi flopping, 31

Rabi frequency, 3, 7, 25; generalized, 30-31;
with quantized coherent state, 364-365

Rabi oscillations, 365-366, 367, 370

radiation field. See quantized, free radiation
field

radiation pattern, 382-386, 392-397

raising operator, 282

Raman-like scattering processes, 488

Raman-Nath approximation, 256-259, 260;
interferometers using, 265, 268, 271

Raman photon echo interferometer, 267,
268-270

Ramsey fringes, 222-2235; in spatially
separated fields, 231-235

rate equation approximation, 75, 96

rate equations, 95-96

Rayleigh scattering, 476-477, 488; gray
optical lattices and, 435; Maxwell-Bloch
equations and, 129-130

reciprocal space, 302-303, 304, 306

recoil, in sub-Doppler cooling, 437, 438,
439, 447-448

recoil frequency: with amplitude grating,
252; defined, 249; interferometry and,
267,270, 274; with phase grating, 256,
257,259,262-263

recoil shifts, 4; optical Ramsey fringes and,
234; Raman echo interferometry and, 270

reduced density matrix, 60-61, 80, 314,
458,459

reduced matrix elements, 380-382

relaxation: Bloch vector and, 74-75; with

coherent transient signals (see longitudinal

relaxation time; transverse relaxation
time); in open systems, 179; single-atom
density matrix and, 61, 63, 64, 66

renormalization, 284, 362, 377

repopulation of ground state, 387-389

resolution of transition frequencies, 2—4. See
also homogeneous widths;
inhomogeneous broadening

resonance approximation. See rotating-wave
approximation (RWA)

resonance fluorescence spectrum, 460

ring laser gyroscope, 263, 264
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rotating-wave approximation (RWA),
25-28; comparison of representations in,
35-36, 45-46; density matrix and, 59-60,
62—-63, 75-78; in field interaction
representation, 33, 34, 35;
Jaynes-Cummings model and, 363, 364;
for magnetic case, 48; quantized dressed
states in, 358; source-field applications
and, 466; source-field equation and, 462,
463, 464-4635; for three-level systems, 160

Sagnac interferometer, 263

saturation of two-level atoms: probe
absorption profile and, 148-149; by
pump field, 142; by strong field, 87, 91

saturation (nonlinear) spectroscopy, 136,
137; collisional energy shifts and, 78; in
inhomogeneously broadened solids,
149-150; for moving atoms in
counterpropagating fields, 144-149; with
one strong and one weak field, 151-153;
for stationary atoms, 141-144, 151-153;
terminology issues with, 141, 151; with
three-level atoms, 159, 165-172;
two-photon spectroscopy compared to,
178

scalar potential, 301-303, 304; in reciprocal
space, 302-303

scattering: by amplitude gratings, 250-254;
entangled state resulting from, 499; by
infinite periodic structure, 253-254; by
phase gratings, 254-263; of pump field
from spatial grating, 142, 144; Rayleigh,
129-130, 435, 476-477, 488; between
standing-wave field components,
105-106. See also diffraction; light
scattering by stationary atom

scattering into vacuum field: absorption by
stationary atoms as, 85, 87, 91, 128,
469-470; diffusion coefficient and, 430,
437; in effective two-state problem, 197,
198; force on atom resulting from, 101,
102, 104; during laser cooling, 108;
operator approach to spectrum, 460;
optical pumping and, 402, 437; probe
field absorption as, 146, 148, 149;
Rayleigh, 476; recoil in, 437, 438, 439,
447; source-field approach and, 469-470;
spontaneous emission and, 483; in
three-level systems, 197, 198, 199; vs. true
absorption, 339, 493

Schrodinger cat state, 117
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Schrodinger equation, 9, 18, 19

Schrodinger representation, 358-359, 362,
453; of density matrix equations, 75; for
two-level atom, 335, 45, 46-47; vacuum
energy and, 284

second-order coherent field, 322, 323, 334

secular approximation: for dressed-state
density matrix elements, 66; Mollow
triplet spectrum and, 481-482, 483, 485

self-energy term, 362

self-focusing, 155

semiclassical dressed states, 36-39, 45, 46,
47; adiabatic approximation and, 39-42;
appropriate applications for, 67;
Autler-Townes splitting and, 173-175;
density matrix and, 66-67; density matrix
equations and, 77; light scattering
spectrum and, 474, 479-482; STIRAP
method and, 188-191; three-level, 161

semiclassical theories: atom-field Hamil-
tonian in, 8; polarization vector in, 120

shadow (classical) region, 244, 245, 246; for
matter waves, 251-252, 253

shot noise: Michelson interferometer and,
349; in photodetection, 342, 343

single-molecule spectroscopy, 313

Sisyphus effect, 423, 433-435

slow light, 191-196

slowly varying amplitude and phase
approximation (SVAPA), 123-125, 128,
130-134

solids: free polarization decay in, 212-214;
optical Ramsey fringes in, 223-224;
photon echo and, 219; saturation
spectroscopy in, 149-150; stimulated
photon echo in, 221-222

soliton state, 195-196

source-field approach, 465-470; to
four-wave mixing, 468-469; to frequency
beats in emission, 467-468; to linear
absorption, 469-470; to Mollow triplet,
48S; to spontaneous emission, 466—467

source-field equation, 453, 461-465

spectral diffusion: photon echo and, 219;
stimulated photon echo and, 221-222

spherical polarization components, 394,
403-404, 417, 431. See also coupled
tensor basis

spin half quantum system, in magnetic field,
47-50

spin matrices, 25,47, 500

spin operator, 47

spin squeezing, 499-505

spontaneous emission: average field in, 466;
average field intensity in, 466-467;
circular polarization and, 386, 389-392;
cooperative, 212; decay rate in, 375-382;
frequency beats in, 467-468; ground state
repopulation in, 387-389; Mollow triplet
and, 483-484; quantum trajectory
approach to, 397-399; radiation pattern
in, 382-386, 392-397; sum and difference
representation for, 113; in two-level atom,
56-57, 61-62

squeezed states, 293-298; defined, 298;
experimental generation of, 300;
second-order correlation function of, 335;
spin-squeezed, 499-505

squeezed vacuum state, 296, 298; generation
of, 372; in Michelson interferometer, 354

squeeze operator, 296-298

squeezing parameter, 295, 296

standard quantum limit (SQL), 294, 296; for
Michelson interferometer, 353-354; spin
squeezing and, 500, 501

standing-wave fields: of atom interferometer,
265, 266, 270; force on atom in, 101,
105-109; optical pumping with, 412-413;
optical Ramsey fringes with, 233-234; as
phase grating, 254-263. See also
counterpropagating fields

standing-wave patterns, in sum of N fields,
137, 139, 146

state vectors, 9; in Heisenberg
representation, 286, 358, 359; in
Schrodinger representation, 358-359

stepwise perturbative chain, 166, 167, 168,
170

Stern-Gerlach experiment, optical, 116

stimulated photon echo, 219-222; atom
interferometer based on, 267-268

stimulated Raman adiabatic passage
(STIRAP), 188-191

sub-Doppler laser cooling: introduction to,
422-423; by momentum exchange and
differential scattering, 422, 423-433; by
Sisyphus effect, 423, 433-435. See also
Fokker-Planck equation

sum and difference representation, 113

summation convention, 392

superradiance, 212

SVAPA (slowly varying amplitude and phase
approximation), 123-125, 128, 130-134

symbols, commonly used, 25, 67



Talbot effect, 253-254

Talbot-Lau interferometers, 266, 273, 275

Talbot length, 251; interferometry and, 266,
267; with phase grating, 257, 258, 259

Tavis-Cummings Hamiltonian, 502

temperature of laser cooling, 109;
sub-Doppler, 430, 433, 435

thermal bath, and density matrix, 58, 60-61

thermal states: Michelson interferometer
and, 350; photo-count distribution, 345,
350; of quantized field, 328, 330, 331,
332-333, 335, 336

three-level systems: Autler-Townes splitting
with, 172-175; configurations of,
159-163; density matrix equations for,
163-165; with moving atoms in Doppler
limit, 169-172; probe field absorption
with, 165-172; with stationary atoms,
169. See also cascade configuration; dark
states; lambda (A) configuration

time averages, 312-313; of classical fields,
314, 315, 317, 323, 324

time-dependent Hamiltonians, 19-21

time-dependent spectroscopy, 206

time-independent Hamiltonians, 17-19

transfer matrices for coherent transients,
229-231

transient spectroscopy, 206

transition frequencies, 2—4; inelastic
scattering and, 478; interaction
representation and, 22; optical Ramsey
fringes and, 222, 224, 235. See also
absorption profiles; homogeneous widths;
inhomogeneous broadening

transitions between eigenstates, 20-21, 22

transitions in two-level system, 45

transit-time broadening, 4, 179

transverse Dirac delta function, 304

transverse electromagnetic field, 304-308

transverse relaxation rate, 206

transverse relaxation time, 206; in free
polarization decay, 210, 211, 213; photon
echo and, 217, 219; stimulated photon
echo and, 220, 221

transverse vector fields, 303-304

two-level atom, 23-25; density matrix for,
59-60; in N fields, 136-141; as nonlinear
device, 31, 49, 105, 137; spontaneous

INDEX = 519

decay in, 56-57, 61-62; summary of
representations for, 35-36, 45-47.
See also rotating-wave approximation
(RWA); saturation of two-level atoms

two-photon spectroscopy, 172, 176-178

two-photon state, 331-332; coherent,
295-296, 297-298, 335; in Michelson
interferometer, 355

two-quantum perturbative chain, 166,
167-168, 171

uncertainty diagrams for quadrature
operators, 293-294
unitarity, 375, 384

vacuum field. See quantized, free radiation
field; scattering into vacuum field

vacuum fluctuations, 284

vacuum Rabi oscillations, 367, 370

vacuum state, 283; coherent, 289;
quadrature operators and, 293, 294;
squeezed, 296, 298, 354, 372; translations
of, 290-291, 297

van der Waals forces, 2, 313

V configuration, 159, 160, 162-163;
two-photon transitions in, 176

vector fields, longitudinal and transverse,
303-304

vector potential, 301-308; of free field, 282;
in reciprocal space, 302-303

velocity selective coherent population
trapping, 436—437

Voigt profile, 92

wave equation, 5, 6, 121

wave packets, 110, 111-112, 113;
one-photon, field intensity of, 467

Weisskopf-Wigner approximation, 379,
381; ground state repopulation and, 387,
Heisenberg representation and, 457, 458,
459, 464; light scattering and, 476

Wigner representation, 113-115, 314;
sub-Doppler cooling and, 437, 438,
439-440

Young’s interferometer, 319-322

Zeeman splitting, 4
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