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Abstract. The interaction of simple, two- and three-level atomic
systems with monochromatic and nonmonochromatic laser ra-
diation near resonance transitions is discussed based on the
Schrodinger equation with radiation decay and no collisional
relaxation, outside the framework of the usual perturbation
theory. The mathematical schemes employed include the reso-
nance approximation, exact methods, the quasi-energy method,
the adiabatic approximation, etc. A large number of physical
phenomena, such as oscillating and inverted populations, self-
induced resonances, processes of first order in the weak field,
Raman scattering, coherent population transfer, etc. are con-
sidered. The review is intended for a broad readership.
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1. Introduction

This review is dedicated to the interaction of simple atomic
systems with laser radiation near resonance transitions. In the
last few years this field of nonlinear optics has made
significant progress thanks to advances and enhancements
in laser facilities. Here individual atomic systems are
considered in laser fields apart from laser radiation propaga-
tion through macroscopic nonlinear media, which until
recently has been the major subject of nonlinear optics.
Thus, current nonlinear optics can be already divided into
two parts: microscopic (the nonlinear optics of individual
atoms and molecules) and macroscopic. In this review we
discuss some issues of microscopic nonlinear optics.

Note that we do not review works, in which phenomen-
ological decay constants are built into relaxation processes.
The radiative decay of atoms in resonant fields is considered
only when it can be introduced correctly. Thus, the results
that are obtained for times shorter than times of radiative
decay can be extended to quasi-stationary systems.
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Unfortunately, I have to omit many interesting results on
‘nonclassical light” in this review. On the other hand this
makes it possible to use only the classical description of
electromagnetic fields and the relevant wave function of an
atom in resonant fields (‘atom + field”)T in almost all sections
of the review. As a consequence our discussion should be
understandable to a broad circle of readers.

In the present review we consider numerous mathematical
models since in the region close to resonance interactions the
conventional perturbation theory (without summation of an
infinite number of Feynman diagrams) used in quantum
electrodynamics becomes inapplicable.

Advances in experimental laser facilities achieved in
recent years (a new generation of high-yield lasers, the
Doppler-free spectroscopy, atomic ‘cooling’, etc.) have
enabled the required experiments to be conducted.

However, as in all problems of this kind, there are
common physical points and results, the discussion of which
would be very helpful even without going into the mathema-
tical side of the problem. Therefore, prior to the strict
consideration of the problem we shall discuss, on the basis
of perturbation theory, some common issues of the behaviour
of atoms in varying fields using the example of the two-level
system.

The atomic wave function in the presence of a radiation
field can be found from the Schrédinger equation

(1.1)

where Hj is an unperturbed atomic Hamiltonian, and in the
dipole approximation the interaction potential H’ for the
atom and an external field has the form

—d-E, (1.2)

where, in the case of the classical description of the field, it
follows

E(r,7) =

—

Eexp(ik -1 —iwt) +cc., E=_CEe, (1.3)
and d is an Hermitian operator of the dipole moment. The
field E(r, 7) describes a monochromatic wave with propaga-
tion vector k, frequency w, and polarization vector e. Since
the field E(r,7) is time-dependent, the atom and field can
constantly exchange energy and, as a consequence, the atom
cannot possess any certain energy. For H' = 0, the solution
of Eqn (1.1) has the form

lpm - Um exp(fiEmt) ; (1 4)

where E,, are the energies (frequencies) of the relevant levels
(ins71), and U, is the complete system of wave functions of
Hermitian operator Hj.

To integrate Eqn (1.1) with respect to time, we use the
initial condition

&, =V, for t=-T, (1.5)
which is physically equivalent to a ‘sudden switch-on’ of the
field Eatr = —T.

TThe term ‘dressed atom’ will be used to describe the complete system of
‘atom plus quantized field’.

If the conventional procedure of perturbation theory is
applied, then the wave function in the first approximation of
the perturbation theory can be presented in the form (see, for
example, Ref. [1])

'~P + mn :
m; mn + C()

—exp[—l Epn+0)T }
Xp 1

b3 o i — ]

m#n

Eyn +w) ]

— exp[—i(Epy — 0)T] } , (1.6)
where the notation
Emn = Ly — En (16/)

is used for the difference between the energy levels of an atom.
Formula (1.6) can be considered as an expansion of the wave
function of an atom in the field (1.3) in terms of the complete
set of functions of the operator Hy. This means that the
squared absolute value of the coefficient of a function U,
determines the probability that the atom finds itself in the
state U,,. As is seen from (1.6), the coefficients of wave
functions U, depend essentially on time and this automati-
cally leads to oscillations of the electron density (population)
at the atomic levels with time. Functions of this type will be
called nonstationary functions. The dipole moment of the
transition m — n entering (1.6) can be determined by means
of the formula

(1.7)

nm mn *

dyn = jU"*flUde, dt =d*

The average dipole moment is zero for the nondegenerate
atomic state, d,;,;,, = 0. The last conclusion follows automati-
cally from definition (1.7) and the law of conservation of
parity.

In the further discussion we restrict ourselves to the
consideration of resonance phenomena, for which the
frequency of the electromagnetic field is close to the atomic
transition energy (1.6”). In this case the condition

|Amn‘ <1

(1.8)

is satisfied for a certain mn. Here 4,,, stands for the resonance
detuning

A = Epy — 0. (1.8")
In this case the first sum in (1.6) can be neglected and only the
term with the resonance denominator is left in the second
sum. We shall number the energy levels of the resonance

transition by m = 2, n = 1 and omit the indices

dy —d, 4y —4.

(1.7")

As is seen from formula (1.6), the admixture of ‘foreign’
states is given by the squared quantity
_2d-€|
VT

(1.9)
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which is the expansion parameter under resonance condi-
tions. For o® < 1, the ordinary perturbation theory is
applicable and this admixture is small. Since the relationship

d]
h| By

~ |gatom|7l

holds true, in the region far from resonance, i.e. when
A ~ E,, the parameter o is simply the ratio of the square of
the incident field intensity to the atomic field strength
squared. This parameter is commonly used in problems of
nonlinear (nonresonant) optics. Near the resonance,
|4| < E3;, the denominator in (1.9) comes into play and this
leads to a significant rise in o?. The parameter o> can be
increased in two ways: either by increasing the wave intensity
E or by approaching the exact resonance, ® — E»;. In the first
case (and in the absence of resonance) the parameter o is
about unity when the electric field of the wave is comparable
with atomic fields in its strength. This type of the problem is
hard to be solved because all the wave functions of the atom
and all the energy levels are to be severely distorted in the field
of the wave. In the second case when the resonance occurs, the
perturbing field can be considered as being much less than the
atomic fields in strength and only two levels, which are in
resonance with the external field, will be intensively mixed. In
so doing the increase in the parameter o> will depend entirely
on the accuracy with which the resonance can be approached.
Table 1 lists some values of the parameter o (1.9) for various
intensities of laser radiation and for various detunings A when
d =5 x 10~'® CGSE. Note that the fourth row of the table
presents the value of the quantity

d-£
2|——| = 2|V
4 2w

in inverse centimetres. In the scientific literature this quantity
is sometimes called the Rabi frequency and represents the
frequency for which an electron jumps from level to level back
and forth under the action of a strong field E (see, for
example, Ref. [1]). For the purpose of comparison with
experimental data it is convenient to express the detuning
A = A/2mc in inverse centimetres. This quantity 4 = v, — 9,
where the atomic transition frequency v,; = E»;/2mc¢ and the
excitation frequency v = w/2nc are also expressed in inverse
centimetres. Inside the area enclosed by the bold line o > 1
and the ordinary perturbation theory is inapplicable.

The absolute value squared of the coefficient of ¥, gives
the probability of the transition W,,, from the state ¥, to the
state ¥,,,ina time r + 7. Form = 2, n = 1, we have

In the derivation of (1.10) only the resonant term has been
taken into account. The probability that the transition will
occur in all the period of time during which the perturbation
H’ takes effect is an oscillating function of time. If the time
t + T complies with the condition

2
t+T>» —

e (1.11)

the fast-oscillating sinusoidal term can be replaced with its
mean value. Then the probability of transition is

(1.12)

If the time interval satisfies the inverse condition to (1.11), the
probability of transition in a time ¢ + 7 is proportional to the
time squared:

_ AL+ T)

W' = i (1.13)

Upon dividing by ¢+ 7 — oo, expression (1.10) can be
transformed to take the usual form for the probability of
light absorption by an atom in a unit of time

_ W g
S+ TR

2TC(3(E21 —(1)), (114)

whence it follows that within the framework of perturbation
theory an atom can absorb an energy proportional to the time
of the perturbative action at the exact resonance only. The
resultant values of W’ should always be less than unity since
our calculations are based on perturbation theory. However,
the probability of transition in a time 7+ 7 can become
greater than unity for o> > 1. This indicates that perturba-
tion theory is inapplicable here.

In order to find out how switching the electromagnetic
radiation on and off affects the behaviour of an atom, we
should give up the monochromatic wave approximation. In
studying the resonant interaction between light and atom in a
cell, electromagnetic pulses are usually used. The duration of
a pulse and, hence, the time of interaction are varied over a
very wide range from several femtoseconds (i.e. of the order of
10-'* s) to unlimited times pertinent to continuous sources.
Currently another design of the experiment is widely used for
studying interaction of atomic beams when they pass with a
velocity v through a laser radiation field of length /. In this
case the period of interaction t ~ //vcan also vary over a wide
range. In subsequent sections we present an in-depth
discussion of these issues beyond the scope of perturbation

W' = o2 sin? [A([ - T)] (1.10) theory. However, the results of perturbation theory can be
2 used even in this situation to illustrate the physical nature of
the phenomenon and to calculate the probability of atomic
(indices are omitted). transition under the action of a pulse field. For this purpose,
Table 1. Values of the parameter o (1.9).
1,80, W cm™2 1 103 100 10° 1012
|E|, W cm™! 13.5 4.3 x 10? 1.35 x 10* 4.3 x 10° 1.35 % 107
A=10"3cm™! 2.25 72.4 2.25 x 103 7.24 x 10* 2.25 x 10°
A=1cm! 2.25x 1073 7.24 x 1072 2.25 72.4 2.25 x 10°
A=10cm™! 225 %1074 7.24 x 1073 2.25x 107! 7.24 2.25 x 10?
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instead of expression (1.3) for a monochromatic field E we
shall use the expression

E = &(t)exp[ik -1 — wr)] +cec., (1.15)

—

where the quantity £(7) defines the pulse shape and varies in
time more slowly than exp(—iwt). If the expression
E(t) = Eyexp(—t?) (1.16)

is used for £(¢), then the probability of atomic transition from
a state V) to a state ¥, in a time 1 — oo is given as

d-&

2 Az
Sl e (-35).

I

W'(t— o) = 2

; (1.17)

For

202 > A%, (1.18)

the transition probability is proportional to
1
Ciz .

d-&
h

The probability of atomic transition is exponentially small
when the inverse inequality is true.

It can be shown that for any continuous (together with
their derivatives) functions £(¢) the dependence of the atomic
transition probability will adhere to an exponential law of the
type of (1.17). However, for discontinuous functions the
dependence will have a power-law form. For example, if we
choose £(1) = & exp(—C|t|g, then the transition probability is
to be proportional to |{/4]|".

If © ~ 1/{ determines the typical time of a pulse change,
then for

4lr < 1 (1.19)

the atomic transition 1 — 2 will actually occur and the upper
level will be populated. For the inverse inequality, the
probability of such processes is exponentially small.

Thus, even a simple analysis based on perturbation theory
brings us to a conclusion that the duration of interaction and
how the electromagnetic field is switched on and off are
extremely important for considering the interaction between
light and an atom near resonance. These issues acquire an
even greater meaning beyond the scope of perturbation
theory (see, for example, Ref. [2]).

2. Two-level atom in the field
of a monochromatic wave

2.1 Resonance approximation and nonstationary wave
functions
After the above illustrative consideration based on ordinary
perturbation theory we shall come to more rigorous treat-
ment of the problem. Let the frequency of the external
electromagnetic field (1.3) be close to the energy difference
between two atomic levels, in our case these are the upper level
m = 2 and the lower level n = 1, viz.

|Ex1 — o _

A
M
) w

(2.1)

We shall abstract ourselves for a while from the influence
of other atomic levels on the process we are considering. Then
the problem is reduced to the interaction between an
electromagnetic field and a two-level system. The considera-
tion of such a problem will help to reveal the major features of
the resonance interaction between light and an atom.

Due to the influence of the resonance interaction the wave
functions of two levels will be mixed. Since in this problem
they form a complete set of functions, the exact solution can
be sought as a superposition of two atomic states, which are
described by the wave functions (1.4):

d=a()P +a()Py, |al +]af =1. (22)

The functions of the atom, ¥; and ¥, which are present
in all the subsequent calculations, will match the specific wave
functions of the atom, while indices ‘1’ and ‘2’ will comprise
the full set of indices for the atomic functions.

The solution of the Schrédinger equation (1.1) will be
sought in the form of (2.2). The interaction operator (1.2) is
taken as

H'(r,t) = _4E .

: (2.3)

In matrix elements of interaction we shall leave only slow-
oscillating terms

d”h' d exp(idt) = H|; . (2.4)

H. 51 ==
The time-independent part of the interaction operator will be
denoted as

—

V=
h

= [Vlexp(ipy +in), @y =0+ ¢; — ¢,,

(2.5)

where ¢, and ¢, are the arbitrary phases of wave functions ¥,
and ¥, ¢ is the constant phase of the field E. Note that d,
enters the formula together with &, i.e. the atomic transition
1 — 2 is accompanied by photon absorption; the dipole
moment dj, is associated with the amplitude of the field £,
which describes the photon creation. We recall that in
quantum electrodynamics the classical amplitudes £ and &
of the field are replaced by the creation and annihilation
operators, respectively. In the resonance approximation the
Schrédinger equation (1.1) takes the form

i = aV”* exp(—iAt) s ia, = a; VCXp(lAt) . (26)
To derive (2.6), we have neglected the fast-oscillating terms of
the form exp [i(EZI + w)t] in the right-hand side of (2.3) since
they vanish upon averaging over the ‘fast’ time
t ~ 1/w ~ 1/Ey;. This procedure can be justified mathemati-
cally [3—5]. The resonance approximation will be used
repeatedly below. Previously it was used in the magnetic
resonance theory [6—9] (the rotating field approximation)
and in calculations for laser amplifiers [10, 11]. For a two-
level system in the optical frequency range the ‘rotating field
approximation’ was first applied in Ref. [12]. Monograph [13]
considers how this method can be applied to solve a number
of problems for a two-level atom. In our opinion if the
number of levels exceeds two, then the change to a rotating
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coordinate system is not efficient and it is more appropriate to )
use the resonance approximation without such a change (see, ~
for example, Refs [5, 14]). The solution of Eqn (2.6) will be B
sought in the form
. A .

ay = Cexp(—ilt), a=C 775 ©XP [—i(2—A)]. (2.7)
For the quantity 4 we obtain the quadratic equation

P—iA— V=0, (2.8) 0

w
whose solution will be written in the following way
A A? , AFQ

Ao =— — 4V =— 2.9

Aa=5F\F T [V ) (29)
In (2.9) we have introduced a new quantity 4>0 4<0

Q =1/ A? + 4| V|2 R (2- 10) Figure 1. Quasi-energies /; and 4, as functions of the electromagnetic field

and we will use it repeatedly in the subsequent text. The
quantities o, | V], 4, and 1, » are related by the expressions

V

a:zH, M+la=A4A, Mh=—|V". (2.11)

In what follows we shall frequently say that the interac-
tion is ‘switched off’. This means that the solutions are
considered in the limit of small | V], or more exactly, for

» _|4A)
M <5 (2.12)

This procedure should be taken conventionally since the
resultant solutions are valid for constant V. In fact, to
consider the particular behaviour of a solution when the
interaction is switched off, it is required to solve the problem
of the behaviour of a two-level system in a field with a varying
V(t). Although the subsequent solutions refer to the beha-
viour of an atom in the presence of a wave with a constant
amplitude we shall, however, switch off the field and compare
the resultant solutions with those for an unperturbed system,
i.e. as | V] — 0. This procedure makes it possible to establish a
correspondence between the functions for an unperturbed
atom and those for an atom in the field of a wave. The exact
resonance should be approached with a special care because
in this case the system ‘atom plus electromagnetic field’ is
degenerate in terms of energy. Figure 1 shows dependences of
/1, as functions of 4.

The general solution of the Schrodinger equation (1.1) will
be an arbitrary combination of the two aforementioned
solutions to Eqn (2.6):

® = Dy exp(—ilit) {'I’l +v, % exp(iAt)}

A
+ Dy exp(—idat) [Tl + Y 72* exp(iAt)] . (2.13)

Two linearly independent orthonormal functions, which are
particular solutions of Eqn (1.1), can be extracted from
expression (2.13).

Assume that a ‘monochromatic’ pulse with a rectangular
leading edge acts on the atom starting from 7 = 0.

frequency. The asymptotes 2 =0 and 4 = 4 represent the unperturbed
states ¥ and ¥,. If for 1t — —oco the atomic system is in the left lower
branch of 1;, then it goes from the state ¥; to the state ¥, as the frequency
is scanned from 4 > 0 to 4 < 0 and the resonant field is switched off [see
Eqn (2.9)].

In fact, as we shall see below, for the case in question the
condition 7|4| < 1 should be satisfied (here 7 is the build-up
time of the pulse). In this case the coefficients D| and D, are
determined from the following initial condition

=¥, for =0. (2.14)

The wave function has the form (see Ref. [1], where,
unfortunately, several errata have crept into the text):

A Qr id Qt
@ =¥, exp <—i 5 t) (cos > +1§ sin 7)

¥, ex iétzi—Ving
2P\ ) g Sy

The second function can be extracted from (2.13) with the
use of the initial condition

(2.15)

=¥, for 1=0. (2.16)
Then, one obtains
4\ 21V~ Qt
P .4 . Qt
b, = ‘I’lexp< 12t>—Q sin -
A Qt i4 . X
+ ¥exp (1 0 t) (cos 5~ g Sin 7) . (2.17)

It is easy to verify that the functions ®| and @] form a
complete orthonormal set of functions for a two-level atom at
each instance of time, i.e. they are subject to the conditions

[@;’qbk’ dv = 5y . (2.18)

Notice that when the interaction is switched off, i.e. foro« — 0,
it follows

N R (2.19)
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independently of the sign of detuning A. The arbitrary
constant phase of the wave function @] is the same as the
arbitrary phase of ¥, while the phase of ®; matches the
phase of ¥,. The states of (2.16) are represented by
oscillations of the probability density of the electron between
the two states of an unperturbed atom. For example, the
probabilities of the electron residence at the upper or lower
level in the state described by functions (2.15) are

‘2 o, O

:—l_szsm 5

m () = ()] = 1=m(r).

It should be emphasized that by interchanging the indices
1 — 2 and 2 — 1 the same expressions will give the popula-
tions of the lower and upper levels for the second function @,
(2.17).

Now we shall turn our attention to optical experiments on
the observation of population oscillations. In the first optical
experiment, G Hocker and C Tang [15] observed oscillations
of a population with the Rabi frequency 2|V| at the exact
single-photon resonance 4 = 0. A decade later M Bassini et
al. [16] studied transition processes at the two-photon
resonance for Na in the 3S — 4D transition. These processes
are illustrated in Fig. 2. The interaction was switched on for
t» = 14 ns which is less than the 4D-level lifetime of about
50 ns. Thus, the principal conditions of a relaxationless
approximation were satisfied. Two-photon absorption
occurred in the presence of two opposing waves with
mutually orthogonal polarizations and in this way the

nay(t) = |aa(1)

(2.20)

| | |
0 0.1 ¢t ps 0 0.1 tps

Figure 2. Oscillations of the upper level population as a function of time.
The time is measured in microseconds. The population is in relative units.
Different curves represent various resonance detunings from 4 = 0 (curve
I)to 4 = 30 MHz (curve 6). The experiment was conducted for small field
intensities such that Q ~ A, where A is the effective value of A. The
oscillation amplitude decreases due to the spontaneous decay of the upper
level.

Doppler effect was suppressed. The two-photon detuning
A =2w— (Ep — Eg) varied from zero to 30 MHz. Thus,
nonstationary energy functions may justifiably be used even
for the maximal detuning |t4| ~ 0.42 < 1. The effect was
observed for spontaneously emitted photons of the 4D — 3P
transition. Since for the fields used in the experiment the
quantity o« was small, the population of the upper level 4D
would oscillate with the frequency Q = A4 according to
formula (2.20).

2.2 Adiabatic wave functions in the resonance
approximation
Here we shall consider the behaviour of an atom in the
presence of an ideal (i.e. infinite in space and in time) plane
monochromatic wave. In this case we cannot set up the state
of the atom for t = #; as we wish. The wave function for r = ¢,
would result by itself from the solution of the Schrédinger
equation without switching the interaction on or off. The last
item should be understood in the sense that any switching of
the interaction would occur slowly (or adiabatically, as is
customary said) so that any stationary state of the atomic
system in the absence of a field could be matched with a
specific quasi-stationary state of the atomic system in the
electromagnetic field. The adiabatic switching lets us exclude
transitions between different nondegenerate levels and to
consider processes at a fixed atomic level perturbed by the
action of a wave.

In problems on the scattering of a monochromatic wave
of light, perturbation theory assumes [17] that the inequality

(Epp £ )T > 1, (2.21)

always holds, i.e. all the periods T characterizing the times of
the field switching on and off along with the duration of pulse
should be significantly greater than the inverse value of the
resonance detuning. In fact, for a monochromatic wave it is
required that 7 — oo and, hence, inequality (2.21) holds good
automatically. In a real situation 7'is limited from above due
to various effects (the nonmonochromaticity of the pulse, the
relaxation and decay of atomic levels, collisional and other
relaxation processes). Therefore it is necessary that condition
(2.21) be satisfied for the least possible 7. Only in this case will
the statement of the problem match the scattering of light
from an atom in a specified state. Otherwise the problem
should be solved for a particular pulse but this makes the
consideration less general. Consequently, the fast-oscillating
terms can be omitted in (1.6) when the condition (2.21) is
satisfied. And this formula can be rewritten as

oV = U, exp(—iE,t)

. dmn : 5* .
+ exp(—lE,,t) Z {m exp(lwt)
mn mn
dmn ) g :
m eXp(—l(D[):| Um . (222)

However, near resonance the first term in the sum (2.22)
can be neglected and only the resonant term is left in the
second one. In this case it follows from (2.22) that the
admixture of the mth state in the nth wave function, which is
represented by the square of the absolute value of the
coefficient of the function U, is time independent. Conse-
quently, unlike (1.6) oscillations of level populations should
not occur here with time. Kramers and Heisenberg used just
these wave functions in their paper on the scattering of light
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by an atom [17]. When the interaction is switched off, i.e.
when E — 0, the function in (2.22) goes over to the
unperturbed function of the atom ¥, independently of the
sign of A. Functions with a similar structure as that of (2.22)
will be taken to describe the behaviour of atoms in the
monochromatic radiation field in the resonance approxima-
tion. To determine these functions, we shall consider the
structure of the general solution (2.13). We assume that if the
interaction is adiabatically switched off, i.e. when o — 0 or
E — 0, the desired solution should go over either to ¥ or ¥,.
There are two arbitrary coefficients D; and D, at our
disposal, whose choice determines two linearly independent
solutions. We shall choose these coefficients from the
following condition. Assume that one of the functions, @,
goes into ¥ and the other goes into ¥, for« — 0 and 4 > 0.
Taking into account the limiting values of 4;, for o < 1 we
can easily see that there are two pairs of solutions for the
coefficients Dy and D, as a—0: D=1, D, — 0 (it
approaches zero faster than o), and D{=0,
D] = (E*-d)/hA. This choice implies that we use two
solutions (2.13): one with 4y, the other with 1;. For 4 <0
and o — 0 we have another pattern: &; — ¥5, and ¢, — V.
Thus, we obtain two functions from (2.13) and they are
orthonormal. As follows from quantum-electrodynamic
considerations these functions are eigenfunctions of the
Hermitian operator H, which describes the system ‘atom
plus quantized field’. In this case, the complete system ‘atom
plus quantized field’, which has been called a ‘dressed atom’
(see, for example, Ref. [18]), will possess a specific energy and
the above functions will describe the stationary state of the
complete system in the resonance approximation. The
coefficients chosen, which we will designate as D; = Cy,
D} = C», must satisfy the normalization requirement. This
gives rise to the following results (valid for arbitrary o and A):

)% ~1)2 | A\ /2

Cl=(1+= = 1+—) , 2.23

() ) e
AN N2

G| = 1+—2> :—(1——> . 2.24

cl=(en) =503 (224

From (2.13), we obtain two functions @;, [4, 5] and in the
subsequent discussion we will call them adiabatic functions

@) = Cyexp[—i(E + 41)1] {Ul +% U, exp(ficut)}7 (2.25)
@y = Crexp[—i(E| + 4o)1] {Ul + % U, exp(ficut)}. (2.26)

As all wave functions in quantum mechanics, functions @,
and @, are accurate to arbitrary phases. Relationships (2.23)
and (2.24) specify the absolute values of coefficients C; and
C,. Phases of C and C; remain unknown. Without any loss in
generality C; can be considered a real quantity. This can be
done because wave functions ¥ and ¥, are also determined
to within arbitrary phases, which introduce an additional
uncertainty into the process of phase selection for @,.
However, expression (2.25) has a specific structure and
arbitrary phases ¢, , enter the coefficient of ¥, so that the
phase ¢, can be factored out by braces and combined with the
arbitrary phase of the coefficient C,. Therefore, if C; is
selected to be real, then the arbitrary phase of @; will be the
same as that of ¥ (for 4 > 0).

The arbitrary phase of the wave function @, will be
specified by the arbitrary phase of ¥, if the arbitrary phase
of the constant C, is expressed through the arbitrary phase ¢,
as follows:

Cy = |Gy exp(—ipy + im) . (2.27)
In this case
C, = 72_1 C (2.27")
2 = % 1, .

and formula (2.26) can be rewritten in the following form

J
@, = Cyexp[—i(Ey — )] | U — —I; Uy exp(iof)| . (2.26")

Using the limiting values of 4, », when the field is switched off
(E — 0), we obtain from (2.25) and (2.26") that

- Y, Dy — V¥, for A>0,

@y — Viexp(—ip,) for 4<0.

(2.28)

P — Vaexp(iy)

In the limit of perturbation theory condition (2.28)
presents some problems in the ‘passage’ through the point
A = +0 due to the absence of one-to-one correspondence
between subscripts of ®; and ¥;. These problems are due to
the fact that the populations are adiabatically inverted in the
passage through the point 4 = 0 as we have seen in Section
2.3. In this case, the system ‘atom plus field’ is degenerate in
terms of energy and correct basis wave functions are obtained
in the zero-order approximation from (2.25) and (2.26") by
setting 4 = 0:

& = %\/‘z—l/ll) ['Pl - eXp(l(pO):l )
?, = M\/;Vm [¥2 + ¥y exp(—ip)] - (229)

For E — 0 and ¢, = 0, functions (2.29) go over to symmetric
and asymmetric combinations of the functions ¥ ,. These
functions remain valid upon substitution |V|t — [|V]|dt for
arbitrary dependence of V on t.

One can easily verify by direct calculation that functions
@, and @, form a complete orthonormal set of functions for a
two-level atom. Functions (2.25) and (2.26') are applicable
when the light is essentially monochromatic and the phase ¢
does not in a typical time for the problem in question. The
states which adiabatic functions (2.25)—(2.26") describe, will
be called quasi-energy states of the atom (see Section 2.3) in
the resonance approximation.

The admixture of functions ¥; and ¥,, which comprise
the state @; (and, respectively, @) is determined by the
absolute value of the square of the relevant coefficient in the
expansion of @, in terms of the functions ¥; and ¥,. For
example, the ‘populations’ of levels ¥; and ¥, for the
function @, are given by the expressions

1 A
n1:—<1+—>, m=1-n. (2.30)

2 Q

Clearly, the admixture of the function ¥, to the state @, is
given by the expression for n;, and the admixture of the
function ¥, to the state @, is given by the expression for ;.
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D Grishkovsky [19] conducted an experiment to deter-
mine the populations n; and n, using the optical double-
resonance technique. Instead of a monochromatic field, a
time-limited pulse was used. With some restrictions, formula
(2.30) is, however, applicable in this case as well. A tube with a
length of 100 cm was filled with a vapor of rubidium and two
pulses with circular polarizations were passed through the
tube. The frequency of the first pulse was off-resonant by
A=+1 cm™! for the atomic transition 5812 — SPyp»
(2nA = 7948 A) in rubidium. The second weak field was
either tuned to resonance with the transition 5Py, — 6D3);
(2mA = 6206 A), or to the exact two-photon resonance for the
two-photon transition 5S;, — 6D3/y. In the first case, the
probe field aided in measuring the actual population of the
level 5Py, which is due to various relaxation processes and to
the absence of monochromatism; in the second case, the
‘coherent population’, which formulae (2.30) specify, was
measured. Tuning to resonance was performed in two ways:
firstly, the frequencies of two dye lasers were changed and,
secondly, they were finely tuned with the use of a magnetic
field. The intensity of the strong laser field as a function of
time was measured over the course of the passage through the
vapor of rubidium and it reached 500 W cm~2 for the time
interval 4 ns and linewidth 0.005 cm~!. For the second
continuous probe laser the linewidth was narrower than
0.003 cm~!. For the atomic transition 581/, — 5Py)5, the
linewidth was dictated by the spontaneous lifetime 7y, = 28
ns and by the collision time 1/tg =0.8 x 107"nN
(N =6 x 103 for 140°C). The probe pulse did not affect the
level populations and its intensity was only 15 mW cm~2 in
the continuous mode. In experiment [19], the pulse duration
was about T ~ 4 ns and the amplitude changed slowly with
time. Therefore, all the relevant phenomena can be described
by means of the above formulae, in which the quantity
o o £2(1) is time-dependent. For example, formula (2.30)
gives the number of particles at the upper level for o < 1:

(2.30")

This formula defines the coherent excitation of an atom. As s
seen from formula (2.25), the ‘energy’ of such an excitation is
E| 4+ w. In this case, the change in the atomic polarization (i.e.
the admixture of 5Py, state) will strictly follow the pulse and
vanish once the pulse has passed. The number of coherently
excited atoms was determined through the absorption of the
probe laser, the frequency of which was adjusted so that the
exact two-photon resonance occurred. However, besides the
coherent ‘population’ there is a noncoherent population,
which is related to the nonmonochromaticity of the pulse as
well as to relaxation. The probability of absorption due to the
pulse nonmonochromaticity was small. The experiment was
performed for values of « of about 0.1 and, hence, nonlinear
phenomena were not available for observation (these phe-
nomena manifest themselves for « > 1). The necessary
calculations were also performed in Ref. [19] using the
‘rotating field” method. The results are equivalent to the
resonance approximation for o« < 1, which was employed
previously.

2.3 Quasi-energy, atomic level shifts, and the adiabatic
inversion of populations

Now we shall introduce the notion of the quasi-energy of an
atom in a periodic field [20, 21]. By analogy with Bloch
functions for electrons in a space-periodic field in Refs [20,

21], we shall introduce quasi-energy wave functions of an
atom in a time-dependent periodic field in the form &, =
exp(—iEnt)e,,(t,r), where ¢,,(t,r) is a time-periodic func-
tion, the period of which is the same as that of the external
excitation. By expanding ¢,,(¢,7) into a Fourier series and
substituting the series into @,, we have

+00

D, = Z Yo (r) exp(—1E,,t — isot)

§=—00

(2.31)

i.e. the same wave function as in Refs [20, 21]. In the scientific
literature abroad these states received the name Floquet’s
states. In a periodic field the quasi-momentum of an electron
is specified to within (2n/a)s (where a is the lattice constant,
and s is an integer) and, in the same way, in a varying
electromagnetic field of a frequency w the energy is specified
to within sw and is called the quasi-energy. V Ritus [20a]
considered the interaction of radiation and an atom in the
absence of a resonance. The next step was made in Ref. [4],
where resonance interactions were treated. In the resonance
approximation that we use, the quasi-energy wave functions
become extremely simple and the quasi-energy consideration
becomes a very efficient method to solve problems of
nonlinear resonant optics (see, for example, Ref. [22]).

Now we want to call the reader’s attention to the time
dependence of the functions in (2.25) and (2.26'). The
expressions of interest include terms like exp(Liwt). If we
digress from factors proportional to exp(+iwt), then the
exponential time dependence for these functions is governed
by the factors exp [—i(Ey + 1)) and exp[—i(E; — 41)¢], and
this corresponds to the structure of stationary states in
quantum mechanics. Hence, the quantities E; + A; and
E> — 21 play the role of ‘energy’ in a varying field.

Let us consider the case of a positive detuning, 4 > 0.
When the field is switched off, the wave functions @; and @,
go over to the nonperturbed atomic functions ¥, and ¥,,
respectively, and the quasi-energy levels E| + 4; and E; — 4,
go into unperturbed atomic levels E; and E,. Hence, we can
introduce the quantities E{ and E}, which play the roles of the
‘former’ energies E| and E;. In the first function

and in the second function
Ey=FE — . (2.32")

In what follows we shall call E| and Ej the reduced quasi-
energies of the atom in the lower and upper states or, simply,
the ‘quasi-energies’. The case 4 < 0is considered similarly. In
this case [since @ (e — 0) — ¥a, ®2(a — 0) — V]

E{:E1+;Lz,
EéZEz—/lz.

(2.33)
(2.33')

Again asin the case of 4 > 0, E} is the exponent in front of the
function U, in the function @1, and E] is the exponent in front
of the function U; in the function @,.

Figure 3 shows energy ‘levels’ of an atom in the field as a
function of 4, and Fig. 4 presents them as a function of «. The
plots show that the system goes away from resonance as o
increasest.

T Similar plots for quasi-energies when the interaction is suddenly
switched on can be found in many references. According to (3.3) they
present a combination of plots shown in Figs 3, 4.
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N H=EB-7
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Figure 3. Quasi-energy levels £ , of an atom as functions of the detuning
A. The lower curve represents the quasi-energy of the ground atomic state
in the field of a wave and the upper curve represents the quasi-energy of the
excited state. The arrows indicate transitions between the atomic ‘levels’
when absorption or emission occurs. As 4 — +0, the quasi-energy levels
E| and EJ split into two sublevels, the spacing between which is 2| V.
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Figure 4. Quasi-energies of the lower E| and upper Ej states of an atom as
functions of the quantity « for positive (a) and negative (b) detunings. (a)
The quasi-energy levels approach each other as the laser field intensity
increases, i.e. the resonance detuning grows and the levels become inverted
for very large o (dashed line). (b) The quasi-energy levels separate as o
increases, i.e. resonance detuning occurs in this case as well.

For the difference E} — E| between quasi-energies we
have

-5 -{07§

It follows from (2.34) and Figs 2 and 3 that, depending on the
sign of 4, the atomic system absorbs radiation of various
frequencies, when placed in a resonant field.

The quasi-energies E| and Ej (2.32)—(2.33’) become
discontinuous as 4 — +0. At the exact resonance, 4 =0,
two absorption lines and two emission lines, which are
different in frequency, will be observed depending on
whether we approach the resonance in the frequency o from
below (4 — +0) or from above (4 — —0). The experimental
results (discussed below) support this statement. Clearly, if we
consider relaxation, then the splitting of the absorption line
into two lines will occur not exactly at 4 = 0 but within the
relaxation frequency range from the exact resonance. The
cited effect can be interpreted as follows. For example, two
radio circuits initially oscillate at the same frequency and then
are detuned due to their interaction. In this case we have two
close frequencies instead of one. It is well known that two
hydrogen atoms are combined in a hydrogen molecule due to
the splitting of energy levels of two identical atoms as a result
of an exchange interaction. Similar phenomena take place in
the example under consideration as well. A two-level system
with an electromagnetic radiation at the frequency
(photon) will correspond to two oscillating circuits (or two
hydrogen atoms). In this case we also have a ‘coupled’ system
‘atom plus field’ and the accompanying phenomena are
similar to those which occur in the process of formation of a
molecule. If one wants to delve into the problem, then the
resonant field should be quantized and the energy levels of the
full system of ‘atom plus quantized field’ (‘dressed atom’) (see
Fig. 5) should be considered. At this point, there is an analogy
with the problem of how a particle can be tunnelled through a
barrier between two symmetric potential wells. Studies on this
problem can be found in Refs [1, 23] (see also references cited
therein).

Level shifts in the field of a wave (high-frequency Stark
effect) were established experimentally in the radio-frequency
range by French scientists from the group under the super-
vision of A Kastler for the ground state of a mercury atom
[24]. In the optical region level shifts were investigated in
potassium vapor by the group under the direction of A M
Bonch-Bruevich for absorption lines [25, 26], by the group
under the direction of M E Movsesyan for so-called three-
photon scattering lines [27], and by the group under the
direction of S G Rautian [28]. We consider the results of the
second group in Section 2.6.

A M Bonch-Bruevich and his collaborators were the first
to reveal and explain the splitting of the resonance absorption
line into two components, symmetric about E; for 4 — +0
in accordance with (2.34). This phenomenon is called some-
times the Autler — Townes effect [29].

The approach or separation of energy levels depicted in
Figs 3 and 4 occurs while the resonance approximation holds
true, i.e. for 11 € w and 1| <€ E>|. However, the resultant
solutions remain valid and the quasi-energy levels separate
arbitrarily far from one another for 4 > 0 and approach for
4 < 0 (and, consequently, intersect and are even inverted) in
the case of a magnetic dipole interaction when the resonance
approximation is strict. This may occur in the case of a dipole

4>0,

4<0. (2.34)
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Figure 5. Energy levels of a ‘dressed’ atom as functions of E»;. The solid
intersecting straight lines /—6 represent the energies of the interacting
systems E(n) = —Es1/2 + nw, EY(n) = E»1/2 +no. For the straight
lines 1, 3, 5 the atom is ‘at the bottom’, and for the straight lines 2, 4, 6 it
is ‘at the top’. The curves represent the energy levels of the complete system
with regard for their interaction. The shortest distance between two
adjacent lines is 2|V|. The dashed vertical lines match the following
processes that we consider in Section 2.4 (from right to left): absorption
or emission line w” = Ej; — 2/;; three-photon emission or absorption line
o' =2w — E + 24y; single-photon emission or absorption at the fre-
quency . The energy of the atom is marked from the level midpoint:
E>; /2 when the atom is in the upper state; —E»; /2 when the atom is in the
ground state.

interaction of one definite circularly polarized wave (either 6~
or o%) and a two-level system with m = +1/2 wherein
nonresonance transitions vanish automatically due to the
polarization conditions. In the radio-frequency range this
phenomenon was observed by physicists from Leningrad and
set forth in Refs [25, 26].

Later several papers [30—32] were published in which level
shifts were measured in the presence of an intensive resonant
wave with better accuracy. P Liao and J Bjorkholm [32]
measured the 3P3»-level shift for a sodium atom in the field of
a pulse laser with wavelength 2nl =~ 569 nm. The pulse had a
duration t &~ 5 ns, a spectral width dv ~ 3—50 GHz and was
passed into a cell of length 1 m filled with sodium vapor. The
peak intensity reached 5—10 MW cm~2? and the sodium
atomic number density was 2 x 10> em=3 (10~* Torr). The
laser radiation of 569 nm was close to the resonance transition
3P3/, — 4Ds; and the detuning comprised 4/2rn = 15 GHz.
The 3P3,-level shift was measured by the radiation absorp-
tion in the transition with the use of another continuous dye
laser of wavelength 2nA = 569 nm with an intensity lower
than 0.3 W cm™2. The second laser was tuned to the
unperturbed difference between the energy levels
38y, — 3P;), with an accuracy of 11 GHz and 4 GHz. By
changing the detuning the authors recorded the 3P;,-level
shift dependence on the laser intensity. This dependence is
proportional to the square of the strong field strength for
small intensities and it becomes linear for large intensities in
accordance with the theoretical dependence of /; on |V]*.

An interesting phenomenon occurs with an atom in a field
when the resonance detuning changes slowly and passes
through the point 4 = 0. The passage through the resonance
requires a careful consideration. As is seen from formulae
(2.32)—(2.34) and from Fig. 3, the quasi-energies E| and E}
(‘tied’ to the relevant atomic levels) become discontinuous as
A — £0, when the field is switched off. On the other hand, if 4
is changed gradually, then the wave functions in (2.25) and
(2.26), as well as all the relevant quantities entering them,
including A; and /,, would change continuously. The
procedure of switching-off can be traced in Fig. 1 by moving
along continuous curves A;, which will approach their
limiting values 2 = 0 or A = 4 as E — 0. This means that for
the process to be continuous the atom in the field must transit
from one state to another by absorbing or emitting a photon,
as resonance detuning passes through the point 4 = 0. This
optical phenomenon is analogous to the well-known ‘180°
spin direction inversion’ at the magnetic resonance [9]. At first
we shall consider an initial state which is characterized by the
wave function ¥ for the ground state of an atom when
A1 — 0and 4 > 0. The detuning A will be decreased so that it
passes through the point 4 = 0 in the direction of negative 4.
If the interaction is switched off once the point 4 = 0 is left
behind, then for negative 4 < 0 the wave function @, is the
same as the function ¥, for the excited atomic state up to an
arbitrary phase. Hence, if the point is passed adiabatically
and then the field is switched off, the atom can be transferred
from the ground state to an excited state. The associated
experiment was first conducted in the optical region in Refs
[33, 34].

M Loy [34] received clear experimental data on popula-
tion inversion for an NHjz molecule as a result of its
interaction with a resonant light pulse. The wave frequency
remained unchanged, and ‘the passage through the reso-
nance’ was conducted by changing the atomic transition
frequency in the NH3; molecule using the Stark effect [35].
Population inversion can be observed if the upper level decay
time T is substantially greater than the time for which the
system passes through the resonance. In addition, yet another
condition should be satisfied for the process to be adiabatic,
ie.

- A
|d-8|2>h2c(11—t’.

At the magnetic resonance this passage through the resonance
is called adiabatic rapid passage (ARP). In Ref. [34], a
10.35 pm COgs-laser line was used. This line differs by
2.98 GHz from that of the rotational band in an NH;
molecule. The electric pulse, which is responsible for the
Stark effect and shifts the atomic transition frequency, was
synchronized with the laser pulse peak. The amplitude of the
electric field producing the Stark effect, matched the atomic
frequency shift of 800 MHz. The tuning to the resonance
started from 500 MHz below the resonance frequency for a
specific rotational transition and its rate of change was
4 MHz ns~!. The laser pulse lasted for 5 ps. In the cell, the
laser intensity comprised 300 W cm~2, and the transition
matrix element was d =~ 0.24 D. M Loy [34] clearly observed
an inversion of the state in the course of the passage through
the resonance depending on the Stark shift magnitude. The
laser radiation absorption became negative with time, and
this indicated that the state was inverted, namely, the atom
went into an excited state. He was also able to measure what
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time T it takes for the inverted state to decay and how this
time depends on the gas density. The time 7'} was about 1 ps at
pressure up to 40 mTorr. The density-independent part
(T1 =0.75 ps) was determined by the transit time for
molecules of NHj3 passing through the laser beam section.
Hence, T4 > 1 for efficient values of 4, and adiabatic wave
functions could be used to a good accuracy.

In Fig. 3, the cited experiment on passage through the
point 4 = 0 corresponds to the following ‘motion’ along the
plotted curves. Assume that for 4 < 0 the starting point is on
the left-hand branch of the lower bold curve. As the frequency
increases, 4 — —0, the point will continue moving to the right
along this curve. Since E}(+0) — E{(—0) = hiw, on passage
through 4 =0 from left to the right the system rises, by
absorbing a photon of resonance radiation, to the upper
right-hand branch of the quasi-energies (see Fig. 3), along
which it proceeds as w decreases for 4 > 0. Thus, the system
has jumped from the lower level to the upper level, i.e. a
complete inversion has taken place. Certainly, a nonadiabatic
passage through the resonance is also possible, when in Fig. 3
the motion proceeds only along the lower discontinuous
curve, which represents the lower state of the atom (or along
the upper discontinuous curve, which represents the upper
state of the atom). Nonadiabatic passage through the
resonance can be observed when the laser field frequency (or
the atomic transition frequency) changes nonadiabatically so
that it compensates for the discontinuity of quasi-energies at
the point 4 = +£0.

Adiabatic population inversion is thoroughly studied in
the case of a two-level system in the optical region as well as in
the microwave band. It can be observed in a two-level system
either by scanning the pulse frequency or by changing the
atomic transition frequency. This makes the experimental
design very difficult. As will be shown below, a multilevel
system is subject to the same phenomenon. However, unlike a
two-level system, a three-level system can adjust itself for
specific values of parameters and this leads to a self-induced
population inversion.

2.4 First-order processes in a weak field and radiative
decay of adiabatic wave functions

In all the above considerations we have implicitly assumed
that the energy levels of a separate atom are ideally narrow. In
fact they are broadened due to various natural causes. First of
all is the so-called radiation width, which all excited states of
an atom possess. The radiation width is usually about 108 s~!
in the optical region for allowed electric dipole transitions and
increases approximately in proportion to the square of
frequency, up to the X-ray region. This assertion follows
from the formula for the probability of dipole emission of
‘atomic oscillators’ in the n — [ transition

2 2 12
2 e ‘zwle E},

S | PO 2.35
3 h3Ep, [ 33 m’ (2.35)
in which the uncertainty relation
h h
Xjp ~— ~ 2.357
Y] Pin 2n7Eln ( )

is used to evaluate the matrix elements x;, of the transition.
Due to the level de-excitation the system ‘atom plus field’ can
no longer be described by a wave function with a specific
quasi-energy. If we restrict ourselves to pure radiative decay,

then besides the photons of the intensive resonance field of
frequency w, which have a specific direction and a specific
polarization, other photons with wave vectors k’ and
polarization e’ have to be considered. These photons appear
as a result of the spontaneous decay of excited atomic levels
and their intensity is ‘weak’. To describe these processes we
should go over to a quantized electromagnetic field and adopt
the apparatus of quantum electrodynamics since the theory in
which the electromagnetic field is described by a classical
vector potential does not have a means, without introducing
special new rules, to calculate spontaneous emission. The
problem which we shall discuss below differs from the
common problem of calculating level widths for separate
atoms. In fact, the quasi-energy level widths of an atom in a
resonance field have to be calculated, i.e. the decay of states
@, and @, has to be determined. Up to this point the
assumption has been made that the atom interacts with the
wave for a shorter time lapse than the relaxation times of
atomic levels, i.e. we have neglected the decay of functions ¥
and ¥,. The mechanisms of relaxation processes are diverse,
but they are as yet imperfectly understood in varying external
fields. We shall restrict ourselves to consideration only of the
radiation width in the presence of an intense field. For y¢ > 1,
where y is the natural width of an excited level of a separate
atom, the functions @; and @, are no longer eigenstates of the
Hamiltonian since they attenuate with a time, I' ™! ~ =
Photons wyes, other than photons of the intense resonance
field, can be emitted and absorbed due to various processes
and will cause decay of the quasi-energy functions. For the
purpose of calculation we shall use a common perturbation
theory in terms of a ‘weak’ field (see Fig. 5). First of all is the
process of scattering of a resonance photon g, in which
only direction of the wave vector k changes. This is the so-
called unshifted-in-frequency or Rayleigh scattering whose
probability can be easily calculated using the standard
technique of perturbation theory and wave functions
(2.25)—(2.26"). It is given by the expression [4]

062

W)

AWy, (2.36)

where d Wy, is the probability of spontaneous emission for a
free atom

wi’ r* -2 i
dWSp:2nh63 e’ -d~|"dO".

(2.37)

The probability in (2.36) differs from the ordinary quantum-
mechanical expression for the spontaneous emission of a
dipole with moment d ~ in that the negatively-frequency part
of the dipole moment Dy, of a two-level atom in the resonance
field is used in (2.36) instead of the negatively-frequency value
of the dipole moment d~ of a free atom. It can easily be
calculated using quasi-energy wave functions (2.25)—(2.26"):

D11 = J@Tel‘dﬂ dv

= Dy, exp(—iwr) + D, exp(iot) = =Dy,

v
D =-—-d*.

5 (2.38)

It follows from expression (2.38) that the probability of
Rayleigh scattering should be the same for the lower and
upper states of the ‘atom plus field” system.
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J Carlsten et al. [36] measured the Rayleigh scattering
intensity as a function of the pumping intensity for various 4.
The authors revealed the saturation effect (for o> > 1) near
the resonance (4 = £0.17 nm, o ~ 3) in accord with expres-
sion (2.36). Rayleigh radiation was observed at a right angle
to the direction in which the laser beam propagated. The
experiment was conducted in a vapor of atomic strontium
(10#—10""! Torr) using a tunable pulse (5 ns) dye laser, the
frequency of which was tuned to the transition
552 1Sy — 5s5p'P; (460.73 nm). The results of these experi-
ments are presented in Fig. 6.

Formula (2.36) can be rewritten in a more compact form
by integrating over all directions of radiation and by summing
over polarizations:

}d? o
I' = = .
a ZJdWR 3 1+ o2

(2.39)

e’

If we introduce the total probability of the spontaneous
emission of a free atom for the ¥, — ¥, transition

y=3" | dw —‘—“”—3|az\2 (2.40)
= = P3N ’
then formula (2.39) will take the form
2
Y o
Iy, =< ) 2.41
N =31+ 2 (241)

It is useful to compare the probability in (2.36), in which
the intense field is taken into account, with the common cross

|
1.0 I/1}

Figure 6. The Rayleigh scattering intensity /g in relative units against the
normalized laser intensity I /1. Triangles mark the experimental results
for a high-frequency detuning of 8 cm™! (0.17 nm) from the resonance
transition; circles mark those for a low-frequency detuning by the same
amount. The dashed line is the theoretical curve for the assumption that
the laser radiation has a rectangular space profile; the solid curve is
calculated for the assumption that the space profile has a special shape,
which is better suited to describe the actual distribution of the laser
radiation intensity in a cell filled with atomic strontium vapor. Asis clearly
seen, the Rayleigh scattering intensity becomes saturated as o? increases
[36].

section of resonance fluorescence (without consideration for
the intense field but considering the decay of the upper level)
[37]

(e dV[2 4 ’
doy — 1674 )(e I o 4o (2.42)
(Eat —)" +72/4 c*h

The comparison of both expressions shows that the
approximation we use in this review is valid when the decay
of the upper level y is negligible compared with the quantity Q.
In other words, multiple oscillations of populations occur
between levels for the lifetime of the atom in the upper state
1/y.Fora~ 1, ~ 10, and 4/w ~ 1073, the quantity Q is
of order |a4| ~ 10' s~!, while the spontaneous width y is
usually of the order of 108 s~!.

The spontaneous scattering of light by different atoms is a
coherent process because expression (2.38) is independent of
the random phases of wave functions of different atoms.
Therefore, the total number of scattered quanta will be
proportional to the square of the number of atoms located
in a volume of the order of 4*. In volumes whose linear
dimensions exceed A, the interference between different
regions in the scattering volume should be taken into
account. As a result the electric fields of waves, which have
been scattered by different regions, are mutually compen-
sated. Therefore, the Rayleigh scattering becomes zero in a
homogeneous medium in volumes much greater than A° (see,
however, Section 2.5, where we show that the Rayleigh
radiation has noncoherent part when it is suddenly switched
on).
We shall now come to Raman scattering from the two-
level system ‘atom plus field’. For this purpose we shall
consider the process in which the &; — &, transition occurs.
The 1 — 2 transition is defined by the dipole moment

D21 =e [@;l‘@l dr. (243)

Using the quasi-energy functions we have

Dy = D;; exp[—i(w — Q)1] + D3 exp[i(w + Q)7] . (2.44)
The @, — @, transition is defined by the complex-conjugate
quantity

D, = Dj, . (2.45)

The quantities D3, and D3;, which enter (2.44), are equal to

1 A4

_ 1 A\ ., .
D; = ) (1 - §>d exp(2igy) ,

(2.46)

(2.47)

where ¢, is given by expression (2.5). It follows from
expression (2.44) that the @, — @, transition is accompanied
by the emission of a photon, the frequency of which is

o'=0—-Q=2w—FEy+24. (2.48)
As is seen from (2.48) for 4 > 0 and o®> < 1, a photon with
frequency @’ =~ 2w — E,; is emitted. The Raman scattering,
in the process of which emission with the frequency defined by
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(2.48) occurs for 4 > 0, will be called three-photon radiation
process and the relevant frequency will be called the three-
photon frequency for 4 > 0. The photon with resonance
frequency w” ~ E,; is emitted for 4 < 0 and o? < 1 (the
¥, — ¥, transition!). This process is equivalent to the
process @, — @ for 4 > 0. The &; — P, process is accom-
panied by the absorption of a photon, the frequency of which
is

(}Jl” =w+Q=FE)y—2. (249)

This frequency is close to the resonance frequency for 4 > 0
and «®> — 0, and to the three-photon frequency for 4 < 0 and
o> — 0.

Unlike coherent Rayleigh scattering, the absorption and
emission processes occur at different frequencies. These
frequencies are symmetric about the frequency w of the
resonant field and, consequently, the stimulated emission
and absorption processes cannot compensate each other.
Therefore, if photons of frequency w’ are to be found in
space, then in the case of the ¢ — @, transition, in addition
to spontaneous radiation at this frequency, a stimulated
radiation arises proportional to the intensity of photons
with frequency w’.

The dependence of Djj on the ‘strong’ field E should be
given special attention. For o < 1, the term D2+1, which is
responsible for the absorption at the frequency w”, for 4 > 0
is independent of the external field E, while the term D,
which is responsible for the emission at the frequency w’, for
A > 0is proportional to £2. This means that the cited process
appears only in the second-order (conventional) perturbation
theory in terms of the resonant field E (Fig. 7a).

A simple calculation based on the quasi-classical theory of
radiation leads to an expression for the probability of three-

E, Y a
v, cm~! b
6 -
3L
| | | |
0 3 6 9 12
I, rel. units

Figure 7. (a) Scheme of the three-photon Raman scattering in the first
nonvanishing approximation of the perturbation theory with respect to
the field E can be presented as a sequence of three processes: absorption of
two quanta o from the external field, emission at the ‘three-photon’
frequency w’, and transition of the system from the initial state £, to the
excited state E3. (b) The lower figure shows the shift of the three-photon
stimulated scattering line v = 4;/n vs. the exciting radiation intensity.
The quantity dv is plotted against the intensity in relative units. The
experiment was conducted for A~2lcem™, 8v~6cm™, and o2 ~ 0.6,
which means that the intensity is 7 ~ 30 MW ¢cm~2. The curve should go
through the origin as 7 — 0. It is not quite clear why the experimental
results were different [38].

1207
photon emission of a photon of frequency w’ [4]
w/3‘e/* 'd*|2
dW' = —————-(2+0o* -2/ 1+ a2 sgn4
8nhc3(1+a2)( +o + o2 sgn )
813 c?
X (1 + E I’) do’
2402 =214 a2 sgn4
Sp 4(1 +O€2) (nke + )7 ( )

where I’ = I(k’,e’) is the spectral-angular density of the
intensity of the ‘weak’ radiation at the frequency w’, and
dO’ is either the solid angle for spontaneously emitted
photons, or the solid angle in the angular distribution I’ for
the term with ny .. Formula (2.50) can very easily be derived
using the apparatus of quantum electrodynamics and the
standard technique of calculations when selecting particular
basis functions (2.24)—(2.26").

For large radiation intensities « > 1, the probability of
emission of a photon for the ‘weak field’ seeks a saturation
and the frequency is given by the expression o’ = w — 2|V].
For a > 1, the probability of three-photon emission becomes
of the order of dW,(ny.,., + 1)/4, i.e. this quantity is of the
order of the probability of emission for a free atom when
Ngrer = 0.

In the optical region, the stimulated radiation of the
frequency w’ (2.48) was first observed by the group under
the supervision of M E Movsesyan [38]. This process was
called a three-photon process because three photons take part
init (in the first nonvanishing order in terms of the strong field
strength): two photons are absorbed from the incident beam
and one photon is emitted at the frequency w’. In this process
the atom goes from the lower state to the upper state, or more
exactly, from the state @, to the state @,. The authors[38] also
measured the dependence of the frequency shift of the three-
photon line (2.48) on the radiation intensity (see Fig. 7b). The
experiment was conducted for « &~ 1 when |t4| > 1, where is
the pulse duration. Hence, the adiabatic approximation could
be used. The relaxation of levels took about 7 and therefore
did not perceptibly affect the results.

Now we come to the calculation of the radiation
absorption for an atom in a strong resonant field. In the
&, — ¢, transition, the probability of absorption of a
quantum k”, e” (2.49) from the external beam is given by
means of the formula [4]

w’le” - d’
— 1 24 +2V1+a2sgnd)l"dO”
R en4)

24> 4+2v1+a2sgnd
4(1 +o?)

dW// —

= dW,,

Ngrer (251)
where 1" = I(k”,e") is the spectral-angular density of the
probe field intensity. For o — 0 and 4 > 0, expression (2.51)
goes into the ordinary coefficient of resonant absorption of a
photonw” ~ E»;,k”,e”. This result can easily be understood
if we turn our attention to the fact that in essence expression
(2.51) describes the absorption coefficient of a two-level
system in the intense wave field. Therefore, expression (2.51)
should give the ordinary probability of absorption of a
photon for the weak field in the approximation of the
perturbation theory when the intensity of the wave
approaches zero, o — 0. For o > 1, the absorption frequency
shifts, as in the case of the radiation emission frequency, in
proportion to the field strength. For large o, the system ‘atom
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plus field” absorbs photons at frequencies ” = o + 2|V,
and for o? < 1 it absorbs at ®” =~ E»).

All the above peculiarities apply to the case of light
scattering from the system ‘atom plus field’ in the ¢; — @,
transition. Similar results can be obtained for scattering of
light by an atom in the state @,. In this case the process is
symmetric, i.e. emission substitutes for absorption and vice
versa. The absorption of a photon with frequency o’ would
be governed by expression (2.50) with ng.s in place of the
factor nyres + 1. The emission of a photon with frequency w”
would be governed by expression (2.51) with ngrr + 1 in
place of ngnren.

Thus, it follows from (2.50) for 4 > 0 that the total
probability of emission of a photon with the frequency w’
given by (2.48) in the @; — @, transition is

r _ZJdWSp o \/1+O€2—1
T T T iRt

(e +1). (2.52)

The process of absorption of a photon with frequency w{’
(2.49) and with probability dW” (2.51) will lead to the
‘stimulated’ width

- _Z[dWsp 2 VIto2+1
R~ R AP

(2.53)

}’lkue// .

If we restrict ourselves to the case nyer = ngrer = 0, then
the total width of the quasi-level, which the function @,
represents, depends solely on the spontaneous processes:

I'=rIy+TIy=my, (2.54)

where n, is the probability that the electron is in the excited
state ¥, for the wave function @;. This is given by the second
formula in (2.30). The width of the quasi-level, which the
function @, represents, can be obtained in a similar way:

I =mnyy, (2.54")

where 7} is given by the first formula in (2.30). These two
results are very clear. The wave functions @ exp(—1I"1¢/2) and
&, exp(—I'5t/2) decay as a consequence of the excited ¥;-
state decay, this state being present in the states @, and @,
with the probabilities n, and n}, respectively. Hence, the
spontaneous lifetime of the state @;, is of the order of the
duration of the allowed transition 2 — 1.

As a result of the decay of quasi-energy functions, the
quasi-energy wave function, which describes the two-level
atom in an intense resonant field, differ for # > y~! from the
initial quasi-energy wave function. Over times much greater
than the time of spontanecous decay of a separate atom, a
statistical radiative equilibrium will be established between
the functions @ ,, and it will be possible to describe this
system by combined quasi-energy functions. Thus, we can
also use the quasi-energy functions @, over times greater
than times of @, relaxation [39a]. The first-order processes
we have considered here in terms of the ‘weak’ field are
presented in Fig. 5.

The second-order processes in terms of the ‘weak’ field are
considered in Ref. [39b] 1. They also cause decay of the quasi-
energy wave functions.

T It should be noted that although the second-order processes involving a
single atom are much less probable than the above first-order processes,
when propagating in a medium they can be more important due to the
coherent combining (appeared as parametric processes).

2.5 Processes of light scattering and absorption
when the interaction is suddenly switched on
If we start from the solutions given by (2.15) and (2.17) and
calculate the atomic polarization and then the probabilities of
radiation emission and absorption for an atom in the field
under the same assumptions, we obtain different results.
Physically this fact can easily be explained: populations start
to oscillate when the interaction is suddenly switched on, and
therefore all calculations involve transitions between linear
combinations of functions rather than pure functions @ ; (see
Section 3.1).

Simple calculations yield the following expression for the
atomic dipole moment in the state @;:

(£ (4 . 1 /4 .
D]] =d hT {5 exp(*lwl) 75 (ﬁ — 1) eXp[fl((,O — Q)t]

,% (%Jr 1> exp[—i(w + Q)t]} +c.c.

The expressions for the probabilities of spontaneous
emission at frequencies w, w — Q, and @ + Q have the form

(2.55)

(,03 w2 0(2
Ww/ e = T = e’ _— ,, 2.
AW,y =g |d” e Ty 0 (2.56)
((1) - 9)3 * 1%(2 [x2
Wu)— e = TS5 7 3 . T .0
d Q, 32nthic3 ! | (1 +O€2)2
2
X [sgnA -1 +a2} do’, (2.57)
(CL)+Q)3 %12 o
dWw e = TS~ 7 3 i PPN
e e | (1+02)?
2
x [sgnA V1 +a2} do’. (2.58)

Formula (2.56) differs from the similar formula (2.36), which
was obtained using quasi-energy functions, by an additional
factor 1+ o2 in the denominator. For o > 1, this factor is
responsible for the faster suppression of Rayleigh scattering.

The above probabilities of radiation emission (2.56)—
(2.58) correspond to coherent processes. In these transitions
the state of the system ‘atom plus field” does not change and
upon transition it is described by the same nonstationary
wave function @;. This means that if photons are emitted by
different atoms at a specific frequency (w or w + Q), they can
interfere with each other.

Besides the aforementioned coherent processes, photons
can be noncoherently emitted with frequencies w and w + Q.
This will occur when in the resonant field the atom goes from
the initial state @] to the final state @;. In so doing the
transition dipole moment arises and in the case of nonsta-
tionary wave functions the moment takes the form

£-d\’
D}, = 2(%) [d* exp(—iw?) + d* exp(iw?)]

_ (%)z{exp [—i(w + Q)] + exp[—i(w — Q) }}d*
+% (1 + %)2 expli(o + Q)]
+g (1 — g)z exp[i(w — Q)] (2.59)
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The first two terms in expression (2.59) bring about
spontaneous noncoherent Rayleigh scattering, the probabil-
ity of which is

ot ,

3
w " *
dWw’e’ :W}d 'e/

Notice that noncoherent Rayleigh scattering has to be
observed in a homogeneous medium as well [39c]. Adding
the coherent Rayleigh scattering from (2.56) we can see that
the resultant expression is the same as (2.36), which we
obtained using quasi-energy wave functions.

The emission and absorption of photons with frequencies
o £ Q are governed by the subsequent terms in expression
(2.59). For example, the fourth term is responsible for
radiation emission, while the sixth term is responsible for the
absorption of a photon with the frequency @ — Q. Upon their
summation the radiation emitted in the 1 — 2 transition at
the frequency w — Q will be given by the expression
(0—Q) |a* -]
32mhed (14 a2)2

X |:Of4(l’lkrer + 1) — (SgnA —VI1i+ O(2)4nk/eri| dO/

(2.61)

dWw—Q,e’ =

The term in the square brackets with ng.: + 1 allows for the
stimulated and spontaneous emission and that with the factor
nge determines the stimulated absorption. Similarly the
expression for noncoherent emission of photons in the
1 — 2 transition at the frequency @ + Q is

((,O+Q)3 d* . e/*’2

32mhed (14 a2)?

X |:OC4(I’lkrer + l) — (SgnA + vV 1+ 062)4nk/e/:| dOl
(2.62)

dWw+Q,e’ =

The total probability of emission of a photon with the
frequency w — Q can be obtained by adding the coherent
and noncoherent parts, i.e. by summing formulae (2.57) and
(2.61):

2

*

(0—Q)° [d*-e”
8nhcd (1 4 a2)*?

dWw—Q,e’ =

{[F200+3)'7 + 2+ 2) sen A]mre

X

2
+5 (VI+22 —sgna) do’. (2.63)
In a similar manner, the total emission of photons with the

frequency w + Q is determined as

(+Q) [d |

8nhcd (14 a2)*?

quJJrQ,e’ =

X {[—2(1 + o) — 2+ %) sgn A]nyre

2
+a—( l+oc2+sgnA)}d0’.

5 (2.64)

Note that for o> < 1 the probability of stimulated emission of
aphoton with the frequency w — Q for 4 < 0 and, which is the
same, with w + Q for 4 > 0 becomes negative. This means
that absorption occurs at the atomic frequency. At the exact
resonance, 4 — +0, the absorption line splits into two
absorption lines at w + 2|V] (see Fig. 3). The probability of
absorption for o < 1 is the same as the probability of
absorption calculated for a free atom in the weak field. It is
important to note that the probabilities of stimulated
processes of emission are of different signs for the frequen-
cies w — Q2 and w + Q. This means, for example, that for
A > 0and o < 1 the stimulated emission of a photon occurs
at the frequency @ — Q =~ 2w — E»; and the absorption of a
photon occurs at the frequency o + Q ~ Ej;. For 4 < 0, the
pattern changes symmetrically. The third terms in formulae
(2.63) and (2.64) are responsible for spontaneous emission of
quanta with the frequencies @ £+ Q. Naturally both terms are
positive.

We shall see in Section 2.6 that numerous experiments
conducted by different authors generally support the above
results of calculations in the case when the interaction is
suddenly switched on. Firstly, there is a three-spike structure
for spontaneous emission at frequencies w and w =+ Q
(resonance fluorescence) with the equal probabilities of
emission at the frequencies o £ Q. Secondly, the probe field
is absorbed by the system ‘atom plus field” at the frequencies
which are symmetric about w, and at the exact resonance,
A — £0, the absorption and emission lines split into two lines
each (see Fig. 8 and Appendix).

2.6 Examination of first-order processes with regard for
radiation decay in the steady-state mode

Over the last decade numerous theoretical and experimental
works have been conducted on the measurement of the weak
field gain by atoms in the resonant field and on the
examination of light scattering near the resonance in a two-
level system (resonance fluorescence). These two, at first
sight, different phenomena are, as we have seen in Sections
2.4 and 2.5, closely related to each other. To elucidate their
relationship we want to call the reader’s attention to the fact
that the formulae for the probabilities of emission of photons
with the frequencies w and w + Q [see, for instance, Eqns
(2.63), (2.64)], presented in the previous sections, include
terms whose physical meaning is different. Some terms are
proportional to the intensities of created or absorbed photons
(stimulated processes), while other terms are independent of
the intensities of emitted or absorbed photons (spontaneous
processes). The first type of experiments should be designed
to measure the characteristics of stimulated processes for an
atom in the resonant field or, more exactly, to measure the
amplification and decay of the probe signal. The second type
of experiments should be designed to study spontaneous
processes of atomic decay in the resonant field, i.e. to study
resonance fluorescence.

All the experiments we know were generally conducted in
conditions where the influence of the radiative decay of the
upper level could not be neglected [except the experiments
cited in Section (2.4)]. In this situation the expressions we
have derived in the previous sections cannot be directly apply
to the experimental data.

Resonance fluorescence and absorption of a probe field
by an atom in the resonant field under a stationary behaviour,
i.e. in the case of the interaction, the duration of which is
much longer that the lifetime of the upper level, were studied
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Figure 8. The probabilities of resonance fluorescence in the units of the
probability of spontaneous emission of a free atom when the interaction is
switched on suddently (a) or adiabatically (b, c). Plot (a) presents also the
results from Ref. [40], which have been integrated with respect to the
fluorescence line widths. The probabilities of absorption of the ‘probe’
field (the lines below the abscissa axis) and that of stimulated emission of
the ‘probe’ field (the lines above the abscissa axis) for 4 > 0 (d)and 4 < 0
(e) are given at o®> > 1, when the interaction between a strong resonant
field and an atom is suddenly switched on. On the abscissa, the probe field
frequency is plotted while on the ordinate emission and absorption
probabilities W' are plotted in units of dW,ny e /40 The results from
Ref. [43a]in Fig. 9 have been integrated with respect to the spectrum and in
this form they are qualitatively agree with the patterns in Fig. 8. The
ordinate values in two lower plots should be multiplied by o when the
interaction is switched on adiabatically.

in numerous theoretical and experimental works [39—58] and
their results are incorporated to reviews and textbooks.
Therefore, we shall not discuss these issues in detail here.
However, from the methodological standpoint it is useful
to examine whether the quasi-energy adiabatic functions can
be applied as a simple way to describe resonance fluorescence

and accompanying processes in the stationary regime.
Relaxation processes are one of the factors restricting the
use of quasi-energy states for # > 1/y. If we consider only one
separate atom in a strong field, then the atom would drop
back, due to spontanecous emission, from the initial quasi-
energy state to the ground state in a time of the order of the
natural lifetime 1/y of a free atom, as described in Section 2.4.
Clearly, reverse transitions up to the initial quasi-energy state
are also possible and they are accompanied by absorption of a
photon with the relevant frequency. One may expect that the
system ‘atom plus classical strong field’ will ultimately go into
a state of dynamic radiative equilibrium, which is described
by a noncoherent mixture of quasi-energy states. There is
sense in talking of quasi-energy features pertinent to this
equilibrium state only when the levels do not overlap
(remember that they are broadened due to radiative pro-
cesses). In other words, typical gaps between quasi-energy
levels must be significantly wider than the level widths. In this
case the quasi-energy approach can still be used. This project
was realized in Ref. [39a], in which the familiar results of
B Mollow [40] were obtained in a simple way and the problem
of scattering for the nonmonochromatic pulse was also
considered.

Here we shall cite several experiments on the interaction
of a strong field with a two-level system in the steady-state
mode. Interesting results in this line were obtained by a group
of physicists from Leningrad in Ref. [41], where the authors
measured the shape of the absorption line for a two-level
system in a strong radio-frequency field. They checked their
results against the calculations in Ref. [42]. The results of
these experiments are in good accord with the positions and
shifts of lines of three-photon emission and of the absorption
line. The authors of Ref. [41] clearly observed how absorption
lines split for 4 = 0.

Optical experiments on the measurement of the absorp-
tion coefficient for an ‘atom in field’ and on resonance
fluorescence were conducted by the group under the super-
vision of S Ezekiel [43 —45] for beams of sodium atoms in the
optical region. Figure 9 shows experimental results from
Ref. [43a]. These results fit well with the calculations in Ref.
[40]. The experiment was conducted using beams of sodium
atoms; the 32S;/,(F =2) — 32P,(F' = 3) transition was
studied. The two-level system was specially ‘prepared’ by
pumping over atoms of sodium to a given sublevel (F = 2,
mg = 2) by means of circularly polarized light. Then the
sodium atoms got into the region of interaction with a strong
circularly polarized field, which affected only two specific
levels F =2, mg = 2 and F = 3, mg = 3. Simultaneously, the
attenuation or amplification of the weak probe field was
recorded. Note that the frequency of this field was scanned,
and thus the contours of absorption and emission lines were
obtained. The light beams of the probe and intense resonant
fields were mutually orthogonal and, in addition, they were
orthogonal to the direction of the atomic beam. Typical
values of the parameters were 3 W for the probe beam
intensity, up to 560 mW for the resonant radiation intensity,
y/2m = 11 MHz for the width of the resonance transition line,
and 0 to —4/2n ~ 80 MHz for the probe field detuning. For
the peak detuning, 4>y, the Rabi frequency was
Qr =2n-60 MHz. Hence, the parameter «? may be much
greater than unity. The velocity of sodium atoms was
10° cm s~!, and the interaction length was about a milli-
metre. As a result, the interaction time (i.e. the time it takes to
transit through the region of intense radiation) was of order
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Figure 9. Absorption line contours for a weak signal with frequency o’ in
an ‘atom plus resonant field’ system depending on dw’ = o’ — Ey = —4
(the plots are taken from Ref. [43a]). The curves represent the exact
resonance, 4 = 0, and different pumping intensities from 7 = 0 to 7 = 560
mW cm~2. The left graphs pertain to the experiment, while the right ones
are concerned with the theory.

10=¢ s. This means that the condition ty > 1 of stationary
behaviour was satisfied in the experiments with beams.

Research of the resonance fluorescence of the system
‘atom plus strong field’ was initiated by F Shuda et al. [46].
Since then many experiments have been conducted to
measure the spectrum of resonance fluorescence. In Ref.
[44], sodium atoms were excited by radiation resonant to the
2S3/2(F =2) —?P3»(F' = 3) transition. The typical values
of o met the requirement o> > 1. Therefore, as we noted
earlier, the resonance fluorescence spectrum is to be sym-
metric about the central frequency and the areas under the
curves for photon emission at the frequency o + Q must be
about one-half the intensity of the Rayleigh scattering
without frequency shift. The width of the nonshifted
Rayleigh scattering is one-half the width of the scattering
with frequency shift, as follows from the relevant theory [40,
39]. H Walther et al. [47] presented a number of experimental
curves for the dependence of the resonance fluorescence
spectrum on the power in the case when the intense field is
near the %S, (F=2) —?P;;(F' =3) transition line in
sodium. They also presented the dependence of the fluores-
cence spectrum on A. The resonant field intensity reached
1.8 W cm~2 at a power of 35 mW and for a beam diameter of
3 mm. The curves for the resonance fluorescence in Ref. [47]
indicate that the side lines w + Q appear and disappear
symmetrically when « changes.

There has been a long series of theoretical works on these
issues [48—61]. In Refs [S1, 52, 60b, c], the correlation
between the first-order processes in terms of the ‘weak field’
was considered. In Refs [56—59], the existence of bunching

and antibunching of photons, and also of sub-Poissonian
statistics was revealed for resonance fluorescence.

Absorption of radiation by the system ‘atom plus field’ is
usually measured by a so-called ‘pumping and probe field’
method. However, A Bonch-Bruevich et al. [62] have already
obtained the first results on the absorption of probe field
radiation by the system ‘atom plus field’ when the probe field
intensity was of the order of the pumping intensity. N Manson
et al. [63a] obtained new results on light absorption and
dispersion in the case of two strong fields. These last results
differ radically from the results of measurements in the case of
a weak probe field. Finally, E Manykin et al. [63b] studied the
interaction of a two-level atom with three coherent pulses and
examined the parametric amplification process.

3. Behaviour of a two-level atom in the pulse
light field

3.1 Relation between adiabatic and nonstationary
functions
In the previous sections we have considered wave functions of
a two-level atom in the field of an ideal monochromatic wave
and also in the field of a ‘monochromatic’ wave with an
extremely sharp leading edge. A monochromatic wave
provides a mathematical idealization of an actual field.
Actual fields are, as a rule, nonmonochromatic to some
extent. In nonlinear optics the degree of nonmonochromati-
city varies over the very wide range from 8w/m ~ 1072
(femtosecond pulses) to w/m ~ 10712 —10~'4 (highly-stabi-
lized gas lasers). Nonmonochromaticity of a light pulse
occurs when the electromagnetic field is ‘switched on’ one
way or another for a time of order 1/I" or the light pulse in use
lasts for a time 1, because it is related to I" and 7 as follows
dw~T, (3.1)
To this end it is useful to consider the behaviour of a two-level
system in the field of a nonmonochromatic wave

E = &(r)exp{i(ko -1 — wo1)} +c.c. (3.2)

Clearly, the nonmonochromatic nature of the wave brings
about mixing of the two states @; and @,, which expressions
(2.25)—(2.26") define. The degree of such mixing will depend
on how ‘smooth’ the pulse (3.2) is. In the limiting case of an
extremely fast switching-on (a rectangular pulse) the wave
functions will be specified by the nonstationary wave
functions (2.15) and (2.17).

Now we shall determine the degree of mixing for the wave
functions @, and @,, which enter the nonstationary functions
@[ and @,. For this purpose the nonstationary functions,
which formulae (2.15) and (2.17) define, should be expanded
into a series in terms of the adiabatic functions @, and ®,.
One can easily verify that these series are defined by the
expressions

q’{ =Cd —l—Cz*@z, @éI—C2@1 + C19,, (33)

where C; , are given by formulae (2.23) and (2.24). It follows
from relations (3.3), (2.23), and (2.24) that for o < 1 the
nonstationary and quasi-energy functions differ only slightly
from each other. For o> 1, the use of nonstationary
functions will lead to strong mixing of the quasi-energy
functions @; and @,.
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3.2 Exact solutions for particular pulse shapes

Exact methods of solution to the problems on the behaviour
of an atom in the field of a nonmonochromatic wave and the
related issues of a correct description of how the interaction is
switched on and off are of great importance in physics since
they can help to understand how radiation interacts with
matter. Unfortunately, this program was a success for rather
limited class of concrete light pulses. The pulse we consider in
this section closely matches, in our opinion, a real pulse and in
this case the problem of the behaviour of an atom in the field
of a wave is amenable to a strict analysis. By investigating
these problems we shall find conditions in which adiabatic
and nonstationary functions are applicable.

Equations (2.6) specify coefficients a;, for the wave
functions of an atom in the field of a wave and they retain
their form in the case when the amplitude of the wave (1.3) is
time-dependent and has the form of (3.2). Using the same
method as that to derive Eqn (2.6) we obtain

ia; = aa V¥ (1) exp(—ide) ,

i, = a; V(1) exp(ide) , (3.4)
where
V(1) = & h(’) (3.4")

We shall illustrate the influence of the way in which the
interaction is switched on using an example for which an exact
solution exists. This example was first proposed in Ref. [64]

(see also Ref. [65]). Let the amplitude £(7) vary slowly with
time compared with the exponent:

— 50

&) = exp(—I't)+1° (3-5)
If we introduce

b = ay exp(—idi), (3.6)

instead of a,, then the equations for the coefficients a, (¢) and
b(t) of the desired function @ take the form

.. VO . V()
- " h=da
1@ exp(=I't)+1 "’ ' @t exp(—T't) + 1 a
(3.7)
where
d-&
Vo=—— u (3.8)

For I' — 0 we have the limiting case of adiabatic field
activation and for I' — oo the field is suddenly switched on
when 7 = 0. The calculation shows that in fact the width I
should be compared to the resonance detuning so that the
inequalities I' <€ |4] and I' > 4 correspond to the cited
limiting cases. To solve Eqn (3.7), we introduce a new
quantity

y=—exp(l't). (3.9)

Eliminating the amplitude 4 from the system of equations we
obtain an equation for @; which can be solved exactly. Under

the initial conditions

a =1, a =0 for t— —00 (310)
the solution takes the form
ar = (12" Fo, B,9,7), (3.11)

where F(o, f8, 7, x) is a hypergeometric function. Arguments of
the hypergeometric function are expressed via constants I', 4,
and V) as follows:

L<A+2V0— A2+4|V0\2>7

“Zar

[3:#(41 +2V0+\/A2+4|V0\2>, (3.12)
i

r=F (3.13)

The formula

Flo, 7, 7)
_IOIrB—o) . B -
*m(*x) Flo, 1=y +o,1=f+oz")
I(y)I'(e—p) B . — —1

(3.14)

where I'(x) is a gamma function, is very useful for the analysis
of limiting transitions.

At first we shall consider the case of adiabatic field
activation. Here it is quite natural to consider a steady-state
behaviour for ¢ > I' . Then

IO - ) : r(y)Ir'e—p) ,
“ = FRTG—a) exp(—iiif) + T —f) exp(—il21),
(3.15)
where
s :%(A A2+4|V0|2) (3.16)

is given by formula (2.16) with | V| in place of | V].

For the sake of simplicity we shall assume that 4 > 0. For
I' € A4, allindices o, 8, and y become large, except, maybe, o in
the case when |Vy| < |4]. But even in the last case the
arguments of all gamma functions in front of the first
exponent in (3.15) are large and the familiar formula

LI n exp(—mz|)

N : 1
[r2)]" =P r—is) =~ g ~ 1

(3.17)

from the theory of gamma functions can be used to evaluate
the absolute value of the pre-exponential factor. After simple
manipulations we can see that the factor in front of the
exponent exp(—id;#) in (3.15) is precisely equal to the
absolute value of the coefficient of ¥, in the wave function
@, (2.25) whereas the factor in front of exp(—ilyf) is
exponentially small. Thus, if the atom was in the ground
state until the field is switched on, then for I' € 4 a quasi-
energy state with the wave function @, is established.



December, 1997

Simple atomic systems in resonant laser fields

1213

In another limiting case, I’ > 4, the indices of the function
F(o, B, 7, x) become small and again we come to the formula-
tion (3.15). Now the arguments of the gamma functions are
small and we should use the relation

F(l—l—z).

re) = (3.17")

As a result, the amplitude a; is precisely the same as the
coefficient of ¥| in the wave function (2.15). This last
function is the solution of the Schrédinger equation when
the interaction is suddenly switched on.

Equation (3.4) can be solved by several mathematical
methods. In the case of real V(7), upon elimination of ay, the
system is reduced to one second-order equation

4
i+ <1A —?>a1 +V%a; =0. (3.18)

The first solution of (3.18) for 4 # 0 and V" # const has
been yet found in Ref. [66] for a bell-shaped pulse
V = sech(I't/2). A Bambini and P Berman [67] presented a
solution in terms of hypergeometric functions for the two-
parametric family of envelopes

z(1—72)

V(z) = pr—

I

where the variable z is related to ¢ by means of the formula

zH

T (3.19)

exp(1) =

(here 4 and y are real parameters). This family of solutions
includes the previous result for p = 1/2, 1 =0.

The second two-parametric class V(z), for which Eqn
(3.18) can also be solved in terms of hypergeometric
functions, was found in Ref. [68]:

1 dz

BT t = Jarctanz + uln(1 4 z%) (3.20)

V(z)

(4 and p are arbitrary).

The above integrable system (3.4), when E(z) has the form
as in (3.5), corresponds to the dependence V(t)=
A[1 4 tanh(ur)] for arbitrary 2 and p.

All the above integrable solutions are obtained when the
transformation of dependent and independent variables is
simultaneously applied to (3.18):

U(z) dz

©om @

o(2), (3.21)

where ¢ and p are some functions [68]. This transformation is
the most general procedure by which a second-order equation
can be transformed into another second-order equation.

If we require that the resultant equation be coincident
with some common equation with a well-studied solution (for
example, with a hypergeometric solution) upon application of
transformation (3.21) to Eqn (3.18):

U.+f(2)U.+g(z)U=0 (3.22)

(the subscript z means differentiation with respect to z), then
we arrive at a system of equations for the functions ¢(z), p(z),
and U(z), which depend on f(z) and g(z). This system allows
about twenty explicit solutions [68] resulting in twenty two-
and three-parametric classes of envelopes V/(¢), in which
(3.18) can be integrated in terms of special functions, and
one two-parametric class, in which (3.20) can be solved in
quadratures. However, these mathematical methods have not
been applied to solve any particular problems.

In Ref. [69a], R Unanyan used the method of quantum
supersymmetry to find relations between the coefficients in
the asymptotic expansion for wave functions as x — +oo,
when V(¢) is arbitrary. In Ref. [69b], this method was
employed to obtain the analytic solution for
V = Vy(cosh 1)71 + Wy tanh ¢, where V, and W, are arbi-
trary constants.

A series of works on the mathematical methods of
resonant interaction was conducted in relation to problems
of multiphoton ionization and the results were set forth in
monograph [70].

There is a wide circle of problems on the behaviour of a
two-level atom in the presence of two monochromatic fields
with arbitrary amplitudes and near-resonance frequencies
[71-77].

Though simple analytic solutions of this problem are
lacking. The system of equations has an exact solution only
when the two pulses are symmetric about the resonance, i.e.
when A4, = —A,. In this case, for V; = V, = V, the solution
can be written in the form (for r = 0, &, = ¥V, &, = ¥,):

Vo At
@, = cos <Z sin 7) U,
A
+isin <ZV sin Yt) Usexp[—i(E> — Ey)i],  (3.23)

V At
@y = —isin| —sin — | U
2 1s1n( sin 2) 1

+ cos (L—/ sin %) Usexp[—i(E, — Ey)t] . (3.24)

The solutions for a bichromatic field are closely related to the
solutions for the behaviour of an electron and atoms in the
field of a standing wave. This issue was studied in two reviews
[78].

The case of two fields provides the simplest example of an
interaction of atomic systems with a nonmonochromatic
field. Note that the interaction will depend on the statistics
of the radiation by which the atom is perturbed. These issues
have been studied in a variety of papers (see, for example,
Refs [79, 80]).

Another wide circle of problems deals with behaviour of a
two-level atom in the field of a monochromatic wave without
the use of a resonance approximation. A Melikyan [81]
considered the well-known linear Hill equation with periodic
coefficients. The frequency of the incident wave is arbitrary.
In the case of the one-photon resonance, for « > 1 and as
A — —0, the quantities 4; and 4, in formulae (2.7) and (2.9)
are given by the expression

2 .
Aip = i?w arcsm(% \/r_l) , (3.25)
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where r| is calculated from the convergent series in terms of

the variable o4 /w:

ad\? . ad\? (2 |
n=() - () (5+1)+-:
If only the first term in the series (3.26) is inserted to (3.25),
then the latter expression coincides with expression (2.9)
which we have used. In the case of a multiphoton resonance,
i.e. when w = Ej;/n, where n = 3, 5,7, formula (3.25) retains

its form. Only the quantity r; in (3.26) should be replaced with
the quantity r, equal to

a\* P aA\? 3+ 1
v () il () sy ] o

Further results can be obtained by differentiating the quasi-
energy with respect to the parameters on which it depends [81,
82a]. V Krainov and Z Mulyukov [82b] considered the
problem of harmonic generation in a two-level system
without the use of the resonance approximation.

(3.26)

3.3 “‘Quasi-classical’ approximation in temporal space

The equations of interaction (3.4) between a nonmonochro-
matic electromagnetic pulse and an atom can be examined in
detail near resonance. To this end we shall use a widely-
known quasi-classical approximation of quantum mechanics
to study problems in the space of time rather than in x,y,z
space. The field amplitude that enters the expression for the
nonmonochromatic field (3.4) has the form

—

E(x, 1) = |E(x, )| expigp(x,1)] . (3.28)
A solution of the Schrédinger equation (1.1) will be sought as
an expansion in terms of the complete set of functions of an
unperturbed atom (2.2). Equations (3.4) for the ¢; and @,
expansion coefficients of the desired wave function @ for a
two-level system can be rewritten in the form
idz = Wa1 s

idl = W*az, (329)

where

exp(idt +ip + i@, —ip, + in)

W = Vexp(idt) = ‘%

= ‘— (3.30)

h

exp[igy(x, )] ,

here ¢, and ¢, are random phases of wave functions of the
atom in the lower and upper states, and in addition

Qo(x,t) =At+ o+ ¢, — @y + . (3.31)
Equation (3.29) is followed by the equation for a;:

. . d X 2

al—alaan'+|W| a; =0. (332)

With W in place of W*, Eqn (3.22) gives the equation for a;.
The orthonormality of functions @, , yields the condition

a1 + |aa)* = 1. (3.33)

A solution of Eqn (3.32) will be sought in the form

a :exp(% S) :exp[%(So+hS1 +thz+...) . (3.34)
Substituting (3.34) into (3.32) we have

So = +h|W], (3.35)

S) = —% . (3.36)

The general solution of the Schrédinger equation can be
presented in the following form [83] (under the condition that
|pol < 2[W]):

e p{j (19145 0000 dr} [~ explio) 2]

+ G exp{—i Ji {| 74 —% (,bo(t)} dt} (¥ + exp(ip,) V2]
(337)

We shall select two functions @, , from the general solution
such that the initial conditions ¢; — ¥ and ®, — ¥, as
t — —oo are satisfied. The result for ¢y(—oo) =0 can be
represented as

t
&) = exp (—i %) ¥ cos (J | W dt)
: N s
—iexp(i>° ¥, sin J |W|dt |,
. . ¥y . !
&, = —iexp -5 ¥, sin J |W|dt
(,D !
+ exp (i 70> ¥, cos <J N4 dz> .

One can easily verify that functions (3.38) are orthonorma-
lized. Thus, the applicability condition 4S; < Sy for the
quasi-classical approach is reduced to the condition

P
Po
— dt
].5

With the use of (3.31) it follows from the latter inequality that
if the pulse lasts for —zer < t < fegr, then (3.39) takes the form

1 [l a(p
= A+—)dt
‘zj—teff< +6t>

Consequently, the quantity

(3.38)

(3.39)

1
<J |W|dt.

(3.40)

Lef
< J |W|dt.
—left

[ e

—lefr

which is proportional to the effective Rabi frequency, will be
much greater, when multiplied by the pulse duration 2z¢ ~ 7,
than the total phase change due to the field amplitude phase ¢
as well as due to the detuning 4.

In addition to condition (3.40) it is necessary to require
that the ‘accumulation’ effect due to S over the time the pulse
lasts is unessential:

Sl(l) - Sl(*teff) <LT. (3.41)



December, 1997

Simple atomic systems in resonant laser fields

Condition (3.41) limits the applicability of solutions (3.37)
and generally it depends on the specific behaviour of the pulse
amplitude phase with time. For example, in the case of
¢ = const the condition (3.41) will imply that ‘accumula-
tion’ effects can be neglected provided that t < n/4. In
addition, since 4 <€ w, functions (3.38) can be used to
consider processes, which last longer than several periods of
the laser wave, i.e. for much greater lengths than atomic and
even interatomic distances. In the case when the exact
resonance occurs and the amplitude of the wave possesses a
time-independent phase (4 = 0, ¢ = const), the wave func-
tions (3.38) give exact solutions to Eqn (3.29) and can be used
in any time intervals.

In the case when W/(¢) is suddenly switched on at r = #; (in
so doing the lower limit of integration should be replaced with
tp and the following quantities can be taken as being constant
for ¢ > 1p: |W| = const and ¢, = 4 + ¢ = const), functions
(3.37) and (3.38) go over to expressions (2.15) and (2.17)
provided that |4] < |V]| and ¢ =0. As this takes place
corrections of the order of S| should also be retained in the
pre-exponential factors in expressions (3.37) and (3.38);
however, when |W| and ¢, depend on time, pre-exponential
corrections must be omitted for the normalization condition
to be satisfied.

It is useful to compare Eqn (3.32) with the Schrodinger
equation for which the quasi-classical method of solution is
thoroughly developed [1, 84, 85]. To this end we shall
introduce the variable b;:

by(t) = ar (£) exp Utf(t) dt} a0 =L mw

dt
(3.42)
instead of ;. Then Eqn (3.32) takes the form
: I e
bab( 5T+ W) =0. (3.43)

Functions (3.37) and (3.38), especially when the field
phase depends linearly on time, can find application in
various problems on the interaction between light pulses and
simple atomic systems near resonance transitions.

It should be emphasized that functions (3.38) require
further investigation at ‘turning points’ [1, 84, 85].

We shall now come to a consideration of the opposite case
when the pulse nonmonochromaticity and resonance detun-
ing are such that the characteristic quantities of the problem
are slow-varying time-dependent functions.

3.4 Adiabatic interaction of light pulse with a two-level
system

The method of adiabatic perturbations [86] was used in a
variety of papers [5, 87, 88] to study wave functions of an
atom in an arbitrary nonmonochromatic field. We shall
assume that the amplitude £(¢) in expression (3.2) is a slowly
varying (as compared with the exponent) function of time.

Then the expansion of £(¢) in terms of Fourier integrals taken
over frequencies

) = Jm E(w) exp(—iwt) dw (3.44)

—00

would not contain the Fourier components £(w’) for
frequencies comparable to wegr or higher. Consequently, one

1215
obtains
Ew)=0 for o> oy,
Ew#0 for o <, (3.45)

where wepr & 1/7efr € wg, and tepr is the pulse duration. In
particular, if there is a set of monochromatic oscillations with
frequencies wy + w; and phases ¢,, then the expression for
E(w') has the form

Elw') = Z & exp(io,)d(w’ — ), (3.46)

where all frequencies w; <€ wegr. The phases ¢; can be either
random or related (with each other) numbers. In the first case
we shall deal with independent monochromatic oscillations;
in the second case they will be correlated. Thus, the function
&(t) defines the characteristics of nonmonochromatic light.
Given £(1), all the statistical properties of the light are
defined, including the polarization properties described by
the density matrix, i.e. the ‘fast’-time-averaged quantity

Ry =E(E] (1) (3.47)
(the mean is taken over time of the order of the oscillation
period 1/wy). The behaviour of an atom in the field of a quasi-
monochromatic wave, when the wave vectors are almost
parallel, can be considered similarly. To this end £(¢) should
be also a slowly varying function of p, where p are the
coordinates in the plane perpendicular to the x axis.

We shall consider now the adiabatic interaction of a plane
nonmonochromatic electromagnetic wave travelling along
the x axis, with simple atoms. We shall select the two-level
model of an atom as an example. The wave functions of the
lower and upper states of an unperturbed atom are given by
formulae (1.4). The field E is described by the expression

—

E(x, 1) = &E(x, 1) exp(ikox — img?) + c.c., (3.48)
where
ko =22 E(x,1) = e(x,1). (3.48")

—

The slowly varying amplitude &(x, t) possesses polarization
components in the plane perpendicular to the x axis. If the

envelope of the pulse £(x, ) depends also on the coordinate
p(y,z), thenin (3.48) £(x, 1) should be replaced with £(p, x, ).
If the pulse has a transverse structure, then on the integral
expansion in terms of p some components with k, will appear,
for which the condition k,, < kq is to be satisfied. In this case
we are concerned with a set of plane waves travelling at a
small ‘angle’ to the x axis. These waves depend on the
transverse structure of £(p, x, ¢), and this result was used in
Ref. [88] to explain the conical radiation.

The simplest way to effect a two-level system is to select
levels with different parity since they interact differently with
circularly polarized waves. Then the interaction potential in

the Schrodinger equation can be replaced with the expression
d-E=d. E, +d E_

= (d &y +d_E_)exp(ikox —impt) +c.c.,  (3.49)
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where di. = d, + id.. With expansion (3.44) in place of the

amplitude £(x, 1), expression (3.48) can be rewritten in the
form

E(x,1) = J &, exp[ikox — i(wo + o)1) do + c.c. (3.50)

—o0

Since &(x,?) varies slowly compared to exp(iwgt), the
frequency range —wer < @ < werr Makes a major contribu-
tion to the integral over w. When |wer| < wg, expression
(3.50) can be considered, by analogy with quantum electro-
dynamics, as the expansion of the electromagnetic pulse field
in terms of positive frequencies (wy &+ w), at which photons
are absorbed, and in terms of negative frequencies
(—wo £ w), at which emission occurs.

The solutions of the equation can be presented as an
expansion in terms of the complete orthonormal set of
functions of the unperturbed atom. The equations for the
desired coefficients a; , have the form of (3.4).

When deriving Eqn (3.4) we have omitted the so-called
nonresonance terms on the right-hand side. These terms
include exponents of the form exp(E»; + wg) and, therefore,
the condition

|4] < Ea1 + oo (3.51)
should be satisfied.

We shall seek the solution in the form

a; = C(1) exp (—i Jtldt> . (3.52)
It follows from the first equation in (3.4) that

a = 2 exp(idt)ay . (3.53)

V*

In deriving (3.53) we have neglected terms with C. The
relevant error will be estimated below. Substituting (3.52) and
(3.53) into (3.4) gives the stationary Schrédinger equation

Jay = V*exp(—idt)as ,

(A= A)ay = Vexp(idt)a; . (3.54)
When obtaining (3.54) we have neglected the slow
dependence of 1/V* on ¢ (see error estimates below).

The existence condition for nonzero solutions of
Eqn (3.54) yields the roots

/_112:%(1:!: \/l+062).

The roots A, in the form (3.55) are very handy to
expound the issues we consider in this section. This selection
does not violate the one-to-one correspondence between the
functions @, and unperturbed wave functions of an atom.
Actually, when the field is switched off, ®;, — ¥ indepen-
dently of the sign of A. The fact that the roots i;, are
discontinuous as 4 — =0, is unessential since all the media
we consider are transparent and an exact resonance cannot
occur. In linear optics the medium transparency means that
two conditions must be satisfied:

(3.55)

4] > 7, (3.56)

where y is the upper level width, and

dw < |4, (3.57)
where dw is the bandwidth of radiation traversing the
medium.

Condition (3.56) changes somewhat when nonlinear
effects are taken into account. This is because 4 should be
replaced by 4’ = E}, — w, where Ej, is the energy level
difference with regard for the Stark shifts. In the adiabatic
approximation |4'| > |4/, i.e. the system ‘goes away’ from the
resonance. With regard for the nonlinear scattering effects,
we considered in Section 2.4, condition (3.57) also changes
due to spectral line broadening when the radiation passes
through the medium. This circumstance will restrict the linear
dimensions of the system.

In a nonlinear medium the true absorption should be
considered in addition to the coherent processes like Rayleigh
scattering, we considered in Section 2.4. This absorption is
related to the transition of the atom to the excited state ¢, and
to the emission of radiation of a three-photon frequency
o' =w—4V1+d

This process is incoherent in nature and brings about the
real absorption of radiation when it passes through the
nonlinear medium. As this takes place, absorption is accom-
panied by the &; — &, transition and the three-photon
emission at the frequency w. For arbitrary o2, the probability
of the process is given by the formula

dw. 1 2
dw=—"722(1- ,
4 ( \/1+a2>

where d Wy, is the probability of the spontaneous emission of
a free atom.

Since condition (3.56) is satisfied, this absorption can be
neglected even for large o as

(3.58)

V:JdWsp-

In solving Eqn (3.4) we have neglected terms proportional
to C. They can be omitted provided that

IC| < [2C]. (3.59)
It can easily be rewritten in the form
1 0|&] 0O¢ )
———+—| < A(1 . 3.60
g or tar| A0+ (3.60)

The last condition follows from (3.57).

Consideration of the line broadening as a result of the
phase self-modulation when radiation propagates through
the medium, sets the restriction for the linear dimensions of
the medium [88]:

1 1+ |4
S leoh = —7— <. 61
I < loon gko 0?2 dayg (3.:61)
where
2nN|d|?
TN (3.61")

A+ a2)
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dwy is the spectral width of the radiation on entry into the
medium. Asy *73 a
Using (3.52), (3.53), and (3.55) we obtain the complete N T B b ¢
orthonormal set of wave functions in the ground and excited 0
states in the framework of adiabatic approximation [88]: ) s
24 4
t 4 ;_ s —F-—T- 1 21 _— - j 31
¢1:Cexp(7iJild17iE1t> 211___"___ ]}”2 Y 2J
_—__314‘31 -7 - jAZl
j"l : : @1 [OF] @1
x < U +W exp(ikox — iwet) Uy ¢, (3.62) s
I —
@, = Cexp <1J Jidr — iEzz) ! ! !
z1 . . Figure 10. Three-level systems in the field of two resonance waves with
X { U> - W exp(—lkox + lwot) U } ’ (3'63) adjacent transitions: (a) for E3; = w; + wy, the scheme represents the two-

where the coefficient C is defined by the normalization
condition

C= (3.64)

| | 1/2
— |+ —= .
V2 ( V1+ ocz)
The adiabatic functions (3.62) and (3.63) were used to
consider many issues on propagation of radiation through a
medium of two-level atoms (see, for example, Ref. [88]). In
conclusion of our presentation on the subject of the interac-
tion of a resonant interaction with a two-level system we want
to note that numerous problems are left beyond the scope of
our review. They are set forth in monographs [89 —98].

4. Interaction of intense radiation with an atom
in the presence of two adjacent resonance
transitions

4.1 Classification of different interaction schemes

and the adiabatic wave functions of three-level atoms

in the resonance approximation

In this section we shall consider two resonance transitions
connected to each other through one common level. We shall
call them adjacent resonances. The exciting radiation may
consist of one or two monochromatic waves depending on
whether adjacent resonances are closely located (quasi-
equidistant levels) or widely separated in frequency. In the
first case pumping is referred to as degenerate, in the second it
is nondegenerate. The systems that Fig. 10 presents schema-
tically are usually referred to as three-level systems. In the
theory of paramagnetic amplification, the three-level system
was considered by N Basov and A Prokhorov [99]. In the
optical region in the stationary case (with regard for
relaxation) it was considered by A Javan [100a] (the scheme
is presented in Fig. 10b) in calculating the combination-type
laser and some other authors as well [100b, c]. After that the
three-level system was considered in a variety of original
papers, reviews, and monographs, the results of many of
which were set forth in Refs [5, 89—-98, 101 —161]. In recent
years interest in the three-level system has been rekindled
because new experimental opportunities have opened (see
Section 5). However, the study of adjacent resonances is far
from being complete. The physical processes which occur in
the course of the interaction between the two resonant fields
and a three-level system are much more diverse and
complicated than the similar processes we studied in the
previous systems using the example of a two-level system.

photon absorption process; (b) at the exact resonance, A3 =0, this
scheme describes the electron Raman scattering process, which is con-
sidered in detail in the next section; (c) simultaneous excitation of the
ground level by two electromagnetic waves with resonance transitions to
two different levels. In modern literature the first scheme is called a ladder-
type scheme (the Z-type), the second scheme is called a A-type scheme, and
the third scheme as the V-type scheme.

Our concern is with the behaviour of a three-level system
when exact resonances do not necessarily occur and actual
step transitions may be lacking. In this case with addition of a
fourth level the schemes in Fig. 10 transform to four-level
schemes. They can be considered using techniques we set
forth below (see, for example, Ref. [117]). Here again, as in
Section 2, the level population is understood to be the
admixture of excited states to the ground state in the presence
of resonant fields.

In optics, electric dipole transitions play a predominant
role and we shall usually cite results of calculations just for
these transitions. With a simple substitution we can go
directly to the proper formulae for higher multipolarity. The
following propositions and formulae are applied to molecules
and atoms alike but in the last case the prohibitions that the
law of conservation of parity introduces are to be considered.

Let two adjacent resonances occur in the system. We shall
consider scheme in Fig. 10a as an example. With a simple
renaming of variables the same expressions can be applied to
schemes in Figs 10b and 10c:

|Ezi — 1| K By, |Ex— o] < Ex. (4.1)

Notice that the occurrence of two adjacent resonances
automatically brings about the third two-photon resonance:

|E31 — 01 — an] < E3p . (4.2)
The wave function of a three-level atom in the resonant field
(‘atom plus field”) can be thought as an expansion in terms of
three mutually orthogonal normalized atomic functions of an
unperturbed atom:

=¥ + ¥, +a3¥;5. (43)

The interaction operator for the field E(r, 7) has the form

A d-E(r,7) . S .
V= _4-E(r0) = VD exp(—iwt) + VP exp(—iw 1)

+ W) exp(—iwat) + W exp(imat) (4.4)
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where

E(r,t) = & exp(ik; - r —iw;?)

+ & exp(iky - 1 — iwat) + c.c. (4.5)

The negatively-frequency V), W) and positively-
frequency V), W) components of the interaction opera-
tor ¥ describe, respectively, photon absorption and photon
emission at the frequencies »; and w,. Substituting (4.3) into
the Schrédinger equation (1.1) and assuming that the field &,
interacts only with the 1 < 2 transition and that the field &,
interacts solely with the 2 < 3 transition, we arrive at three
equations for the coefficients a;(7). In the resonance approx-
imation, the equations take the form

(+)

ia) = a V7, exp(—idat),
iay = a Vi) exp(idat) + as Wi exp(—idnt),  (4.6)
iay = ay W exp(ids),
where
Ay =Eyn —wy, A =FEn—w (4.7)

are the resonance detunings, and V[Sf), Wigf) stand for the
matrix elements of the interaction operator. In the dipole
approximation we have

_d21'§1

_dy &
I/ '

h

vy Wy = (4.8)

The operators V, W are Hermitian and, hence, it follows

Vil =T w) =T (4.9)
To simplify the notation we denote

vy =va. VS =V,

wh =y, wi =y (4.10)

Note that the matrix elements of the ¥ operator and those of
the V(=) operator with negatively-frequency component are
denoted by the same symbol V,,,. This fact should not cause
misunderstanding since either matrix elements of the nega-
tively-frequency component of the ¥ operator or those of the
positively-frequency component of the same operator are
involved in all subsequent calculations. In addition, in this
particular scheme from Fig. 10a the 1 — 2 — 3 transitions
are always related to the w; and w, photon absorption, i.e. to
matrix elements V5, and W3, with the (=) superscript. Using
the notation of (4.10), the superscripts (4) can be thereafter
omitted and W3, can be renamed as V3. A solution is sought
in the form

a; = by exp(—iit),
ay = byexp[—i(4 — Ax)1],
az = byexp[—i(4 — 43))1]

(4.11)

and for slowly varying amplitudes b; we have the system of
algebraic equations

—Aby + V356, =0,
Vo1by — () — AZ])bZ + V;2b3 =0, (412)
Vioby — (A — A31)b3 =0,
where
A3 = Ay + A3 = B3 — w1 —wy < Ej) (4.13)

is the two-photon resonance detuning.

The determinant of Eqn (4.12) must be zero for nonzero
solutions to exist. The equation meeting this condition is
written as

A= A20) (A — A31) — (o= )|V | = A VP = 0. (4.14)

Equation (4.12) has an Hermitian matrix and, hence, Eqn
(4.14) defines three real roots 4, 4, and 3. Substituting the
desired solutions bg”, b(z‘"), bg“') for each /, into (4.3) we obtain
three mutually orthogonal quasi-energy wave functions @y,
s = 1,2, 3. These functions can readily be written out [5, 101,

102]:

. , A )
@, = Cyexp|—i(E + As)t]{Ul + V—i U, exp(—im?)
21

_ — . 4.15
+ Vi (As — 431) % exp[ i1+ wZ)t]} ( )

The coefficient Cy is determined from the normalization
condition up to an arbitrary phase:

—1)2
22 22 Vil

o=lit 5 4 A 2|32|2 _
Vo™ (A = 431)" [V

The choice of functions (4.15) can be substantiated by
replacing the classical field E(r, 7) with a quantized field and
by considering the quantum-electrodynamic problem on the
eigenvalues of energy and on eigenfunctions of a ‘three-level
atom plus quantized electromagnetic field” system, which is
typically called a ‘dressed’ atom [118].

Apart from the time-dependent factors in braces, func-
tions (4.15) are similar to stationary wave functions, where
the quantity E] = E) + 4, plays the role of energy. However,
because of the factors, which depend exponentially on @, and
w», the quasi-energies become ambiguous and are determined
up to an integer multiple of w; and w,. This ambiguity can be
used to establish the relationship between the quasi-energies
and the energies of atomic states. We shall require the ‘quasi-
energies’ to be the same as the relevant energies of atomic
levels when the field E(r, 7) is switched on and each function
@, goes into one of the atomic functions ¥;. For this purpose,
the quasi-energies must be redefined by adding an integer
multiple of @, and w,.

Clearly the quasi-energies can be rewritten in the form

(4.16)

E1,:El+)vl» E2,:E1+)v2+(,01,

Ei=E +/A+w+o. (4.17)

Whence it follows that if 41 — 0, A, — 451, and A3 — A3,
then E; approaches, respectively, Ej, E,, and E;. But if
A — Ay, 1o — 0, and A3 — 431, then El/ — E, EZ, — FE,
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and Ej — Ej. In three-level systems, as well as in multilevel
systems it is convenient to operate directly with A, which we
shall also call quasi-energies. Since A; # A; for i # j, as in the
case of a two-level system, crossing of ‘quasi-energies’ is
impossible in a three-level system.

Given

Val < |4al, Vil <|43], (4.18)
the A, roots of the cubic equation (4.14) in the perturbation
theory limit and in the resonance approximation have the

form

(4.19)

Va2 V|
51:7| 1] 5277| 2"

Ay 4y

(4.197)

In the framework of approximation described by (4.18) the
wave functions (4.15) go over to wave functions for second-
order perturbation theory, with regard only for resonant
terms, and the ‘quasi-energy’ levels E; (4.17) and (4.19) are
identical to the ordinary expressions for energy levels in
second-order perturbation theory.

In the opposite limiting case of strong resonances all
detunings can be set equal to zero. Then it follows from
Eqn (4.14) (the numeration is taken according to the rule
M<h< /13)2

== Wil + Vaal*, =0, 3= \V Vi + |Val*

(4.20)

The roots of Eqn (4.14) are continuous and single-valued
functions of the frequencies w; and w; and of the resonant
field strengths. Since the roots do not intersect anywhere, the
condition 4} < J; < 43 is satisfied over the whole range of
their values. The numeration of roots (4.20) must be
consistent with the numeration of roots (4.19). In this case
roots (4.19) must be arranged in increasing order of
magnitude. This arrangement depends on the signs of 4 as
well as on the ratios of quantities 4; and each case should be
examined separately.

Analysis of the roots of the cubic equation can easily be
made using graphical methods. We shall consider the scheme
in Fig. 10a with degenerate pumping, w; = w, and &; = &,.
In this case the A; roots of Eqn (4.14) are functions of two
variables only: the frequency and amplitude of the wave field
strength, i.e. they represent surfaces in three-dimensional
space. At first we consider the dependence of quasi-energies
on the electromagnetic field frequency at a certain field
strength E # 0. Figures 11a and 11b show these dependences
in two possible cases: Ey < E3 (E31 < 2E3) and Ey > Exp
(E31 > 2E3). It follows from the plot in Fig. 11a that the
roots 4,3 are bounded by three asymptotes, one of which
coincides with the horizontal axis, the two other straight lines
intersecting the horizontal axis at the points w = FE3; and
o = Ej;. The roots A, approach the asymptotes at the points
of two-photon and one-photon resonances when the field is
switched off, £ — 0, i.e. when condition (4.18) is satisfied.

2 W2

(0]

Figure 11. Roots of the cubic equation (4.14) as functions of the
electromagnetic field frequency, when (a) Ey; < E3; and (b) Ey > Ex.
The quantities are numbered according to the inequality 4; < 2, < 43. The
values of the /; root are limited by the asymptotes, described by equation
(4.20"). Two asymptotes are shown by dashed lines, and the third
asymptote is the horizontal axis. The asymptotes intersect the A axis at
the points A =0, A = Ey;, and . = E3 /2. The asymptotes (i.e. quasi-
energies) A, 4z, and A3 intersect at the resonance points A4; = 0 and
A3 = 0; 4, intersects A3 at the point 43,. The crosspoints are eliminated
when the interaction Vy is switched on. Figure 11c plots the roots of the
cubic equation against o for the system from Fig. 10c, when this system
interacts with a single field.

The equations for the asymptotes are given by the following
expressions

Ji=0, Ik = A1 . (4.20")

/lj:A217

For definiteness we shall use 4; to denote the smallest root
of Eqn (4.14), i.e. the lower branch; 13 to denote the largest
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root, i.e. the upper branch; and, hence, 4, to denote the
intermediate branchf.

Assume that the system finds itself in a specific quasi-
energy state @, for example, when A; = A;. The plot in
Fig. 11a shows that when the field is switched off the atomic
system can be found in any state ¥; depending on the field
frequency. If w < Ejj, then @,(4;) — ¥y; @1(41) — ¥, for
Ey <w < Exp; and @1(;\.1) — Vs for o > Es. Sll’nlldrly,
¢2(/12)—> Y, for w < Eyy; @2(),2)—> Y, for Erj< o < E31/2;
(Dg(/lg) — ¥5 for E31/2 < w < E3; and again (152(/12) — ¥,
for @ > Es;. For the state ®3(4;3) we have ®3(13) — W5 for
o < E31/2 and @3(43) — ¥ for @ > E3 /2. In a similar
manner the correspondence can be established between the
unperturbed states ¥; and quasi-energy states @, for the
system, for which the order of levels is such that F3; < E
(E31/2 < E31). Inthis case the plot in Fig. 11b should be used.

With adiabatic changes in parameters the system develops
over the specific quasi-energy surface, on which it lands from
the initial state when the field is switched on. However, the
system does not necessary return to the initial state when the
field is switched off. This can occur if one detuning reverses its
sign under the frequency change. Thus, with an adiabatic
passage of resonance and subsequent deactivation of the field,
a transition to another state takes place. In particular, if the
system is initially in the ground state, it can be fully inverted in
this way to the excited states ¥, and ¥5. A similar effect was
discussed in Section 2.3 in the case of a two-level system.

A three-level system, which interacts with resonant fields,
exhibits a number of new effects, which are absent in the two-
level case. In particular, the above analysis of the plots in
Fig. 11a, b yields an interesting conclusion: in its consecutive
passage through all the resonances from left to right, i.e. with
motion along one of the curves /; in Fig. 11a, the system is
excited to the state ¥3 when the field is switched off. Certainly
we have assumed that the system was in the unperturbed
ground state ¥ prior to activation of the field.

Similar plots can also be drawn for the other three-level
systems in Fig. 10, when they interact with one field. For
example, such plots are presented in Fig. 11c for the system
from Fig. 10c. The figure shows that in its passage through all
the resonances from left to right (or from right to left) the
system is excited upon deactivation of the field to the state,
whose resonance was passed first. The required equation for
the roots is obtained from (4.14) by re-indexing.

The above features can be used for selective excitation of
atoms and molecules [5, 103a]. The selectiveness of the
adiabatic inversion method exceeds that of other methods.

The plots in Fig. 11 correspond to the intersections of
quasi-energy surfaces with a plane parallel to Aw. The sections
of quasi-energy surfaces in the plane which is parallel to A€
and intersects the w axis at the point v = w; can be obtained
similarly (see Figs 12 and 13). The resultant curves will
describe the dependence of quasi-energies on the field
strength for a specific frequency of the field or, which is the
same, at specific initial detunings from the resonances.

T This method of numbering may be occasionally inconvenient. In general
the numbering of roots should be selected so that the index of the quasi-
energy function is the same as that of the atomic function ¥;, when the
fields are switched off. To this end /; have to be numbered so that 2, — 0,
Jo — Ay, and A3 — A3; as E — 0. In this case, upon comparison with
(419) we have /| = }u], A3 = 22, and A, = j.} for 45, > 0, and 43, > 0.
However, as frequency-dependent functions, the roots A; are discontin-
uous at the points 43; = 0 and 43, = 0.

0
: €]
Al
A b
€]

Figure 12. Quasi-energies A, as functions of the field intensity amplitude
|€| under conditions (4.21) and (4.22) in the case of a single field, when
|da1| > |d32| and 45 > 0. The quasi-levels approach each other when
Ay 431 < 0. The symbol \5|mm stands for the intensity value, for which the
quasi-levels approach to the shortest distance [see formula (4.30)]. Note
that 1} ~ —d, for small |5\ in the conditions analyzed in Fig. 12a, while
i] ad A31 in Flg 12b.

In the case of a three-level system there are many plots due
to a large number of parameters and their combinations, and
consideration of them is of great interest for the purpose of
interpreting laser experiments with pulse fields, the strength
of which can vary. In the subsequent sections we shall dwell
on some examples in greater detail.

4.2 Self-induced resonance and self-induced adiabatic
inversion of a population

One of the interesting limiting cases when relatively simple
expressions can be derived for quasi-energies is the two-
photon resonance

431 < [4a1], Ao = =45 (4.21)
If in addition to (4.21) we require
Val <42, [Vl < [42], (4.22)

which means that the perturbation theory can be applied to
consideration of one-photon resonances, then the roots of the
cubic equation (4.14) take the form

1 /
/1172 :i(ﬁg +01—02F 52—45152> , (4.23)
A3 = Ay + 2 =6y, (4.24)
where we have introduced the notation
0= A3 — 01 — 0. (4.24")
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Figure 13. Quasi-energies as functions of | V21| and |V3,] in the case of two
fields £ and &,. They are projected onto the planes | V3| = 0and | V2] =0
for 421 > 0 and |42] > |431]. (a) Quasi-energies in the case of a two-
photon resonance for A43; > 0. The intersection of the 4, and 4; quasi-
levels (the dashed line) at the point | V3|, is replaced by their repulsion.
The quasi-levels start to approach when | V35| > | V2;|. The limiting values
of the quasi-energies 0, 4,;, and 43;, when both fields are switched on,
match the unperturbed atomic states 0 — |1), 421 — |2), and 43, — |3).
(b) Quasi-energies under the condition 43; < 0. They approach each other
when |V21| > |V32| [Cf (431)]

The roots A;, are numbered in increasing order of
magnitude for positive 4, and for positive 43;. When
431 < 0, the roots 4; » change places.

The dependences of quasi-energies on the field strength
are plotted in Fig. 12 in the case of degenerate pumping both
for positive and negative 431, when |da1| > |d3;].

If the last term under the radical sign can be neglected,
expressions (4.23) go over to the appropriate formulae (4.19)
for the perturbation theory, when we take into account
condition (4.21).

It is useful to write down the quasi-energies (4.23), when
the additional condition

|431] < {01 + 0] (4.25)

is satisfied.

Physically this condition means that the difference of
Stark shifts for the first and third atomic levels exceeds the
two-photon detuning. With the appropriate expansion of the
square root we have, to within the terms proportional to 43;:

)

M=01 —0) +—"— (4.26)

2

(4.27)

Comparison of expressions (4.26) and (4.27) with the plots
in Fig. 12 shows that for 43 >0 (when 4 >0 and
|da1| > |dx2]) the quasi-energy 4; corresponds to the ground
quasi-energy state, i.e. to the state, to which the system goes
from the unperturbed state ¥, when the field is switched on
adiabatically, whereas A, corresponds to the state Vs, i.e.
&, — V5. But if A3 <0 (fOI' |d21| > |d32‘ and Ay > 0), then
@, — V5 and ¢, — V. Thus, depending on the sign of the
two-photon detuning the wave function of the quasi-energy
state @ goes over to either ¥ or W3 when the field is switched
off, E(r,7) — 0.

As noted earlier, in a three-level system the quasi-energy
levels cannot cross. However, unlike a two-level system, in
which the levels always ‘go away’ from resonance, in a three-
level system the levels can approach the resonance with an
appropriate choice of the signs of detunings 4,; and 43, as
well as the ratios of dipole moments dy;, d3;, and the field
strengths (Fig. 12b). This phenomenon will be called self-
induced resonance. In fact, using, for example, expression
(4.23) we have

) o1 |> = |dya 2 Aoy ds )
|21 — o] = \/{431 +—| el y o] & +7| 21232| &f*
21 21

(4.28)

in the case of one exciting field, where dp; and ds, are
projections of the dipole moments onto the directions of the
corresponding fields. For |£| = 0, the spacing between quasi-
energy levels is equal to the initial detuning |43;]. With an
increase in intensity, the levels can approach as well as
separate. Here we shall establish in which conditions self-
induced resonance is possible for the 1 — 3 transition. It
follows from the condition

% iy — 22| =0 (4.29)
that
1 = ol = 12l (4:30)
ld|” + |ds2 |
for the field intensity
1Elin = M A3 (4.31)

[l |* + |dsa ]

As is seen from (4.30), the minimum spacing between
quasi-levels is proportional to 43, and depends on the
projections of the matrix elements of transitions onto the
direction of field polarization. The condition for which ‘self-
induced resonance’ becomes possible, has the form

[|d32|2 — |d21 |2]A21A31 >0. (431/)

If |dy1| > |d32], then a ‘self-induced resonance’ occurs for
A 43 < 0; but if |da| < |d32|, then it is required that
Ay 431 > 0. As is seen from (4.30), if the matrix elements dy;
and ds; are of the same order, then the system levels cannot
approach very close and |4, — 42|, & |431]. If the matrix
elements differ radically from one another, then the quasi-
levels can approach each other to a much smaller separation
than the initial two-photon detuning |43, |.
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In the case of nondegenerate pumping the results change
somewhat. Based upon a minimization of roots (4.23), the
two conditions

0

—— A =4 =0, 4.32

a|51\2‘ 1= Ao (4.32)

LM —Al=0 (4.33)

6|Sz\2 1= A2 .
have to be satisfied. They yield

A31 — 51 + 52 =0 (A31A21 > 0), 434)

A31 +01— 6, =0 (A31A21 <0). 4.35)

In this case the spacing between quasi-levels is

|41 = 22| = \/402(02 — 1) (4.34")
or

|41 = Aa| = \/46,1(61 — 02) . (4.35")

The above expressions determine two different conditions
linking |€;|* with |£,]? (with other variables fixed), for which
expressions of the type of (4.28) reach their conditional
minima in the case of two fields. Note that conditions (4.34)
and (4.35) go over to each other with a change either in the
sign of 4, or in the sign of 43;. In the case of two fields, the
expression |1} — A»| does not have an absolute minimum since
equalities (4.34) and (4.35) cannot be satisfied simulta-
neously. The quasi-levels get nearer to each other when one
of these conditions is met.

It is easily seen from expression (4.30) that the minimum
spacing between quasi-levels can be much smaller than the
initial detuning |43| and be comparable with the level widths
or the exciting radiation bandwidth. In this region, i.e. for

1

|21 = 22lmin <T13, A1 — Z2|min < . (4.36)

min
an actual crossing of quasi-levels takes place, i.e. the exact
resonance occurs and the states @; and @, are mixed. This can
result in the atom remaining in the excited state ¥3 when the
pulse has passed through. This situation requires special
consideration.

Figure 13 show the dependences of the quasi-energies A
on the external field intensities and on the electrical dipole
moments of the 1 — 2 and 2 — 3 transitions, i.e. on | V3| and
| V32| The projections onto the planes | V21| = 0 and | V3| =0
are presented. Let us consider the curve in Fig. 13a. In the
plane |V5;| =0 only the atomic transition 3 — 2 interacts
with the resonant field, and the energy of the first level does
not change. We shall change the interaction between the atom
and field, i.e. the quantity |V3,|. Then for a critical value
|V32|., the curve A, can intersect the straight line 4, or, which
is the same, the E — E| difference of quasi-energies becomes
equal to an integer multiple of w. This means that the ‘atom
plus field’ system becomes degenerate in terms of energy. In
this case for very small | V5, | the atomic levels 1 and 3 begin to
interact intensely and the functions ¥3; and ¥; intermix
ultimately. Because of this interaction the crossing levels
‘repulse’ and, instead of an actual crossing, the levels
approach each other (i.e. anti-crossing occurs). Physically
this means that if the system was in the state ¥, ahead of the

critical point (when the resonant field is switched off), then,
behind the point, it goes to the branch which the state V3
represents. Here the situation is the same as in the case of a
rapid adiabatic inversion of levels which we considered in
detail in Section 2.3, where at the exact resonance the energy
levels of the ‘atom plus field’ system split apart and the ‘atom
plus field’ system goes from the initial state ¥, to the state ¥,
absorbing a resonant photon upon passage through the
resonance point. The difference is that in the two-level case
the ‘passage’ through resonance can be achieved by changing
(scanning) the external field frequency or atomic transition
frequency in the course of the interaction, whereas in the
three-level case the ‘passage’ through resonance can be
achieved by changing the laser field intensity. This phenom-
enon will be referred to as ‘self-induced passage through
resonance’. In addition, if in the three-level case the system
goes continuously into the initial state ¥; when the external
field is switched off, as is seen from Fig. 13a, then in the two-
level case it stays in the state ¥;. A similar situation can also
take placein the plane | V3| = 0, when the level Ej gets into an
exact double resonance with the level E|. In both cases the
wave function of the third atomic level mixes intensely with
the ground-level wave function.

In the region of maximal proximity of quasi-levels the
interaction ceases to be adiabatic and in general the system
does not develop along a specific branch (surface). The
adiabaticity criterion for interaction between a laser pulse
and a three-level system under the self-induced resonance
passage can be obtained by calculating the probability of
transition from one branch (surface) of quasi-energy to
another branch (surface).

We shall consider the wave function of the quasi-energy
state @ near the two-photon resonance. The admixture of the
second and third atomic functions to the wave function &,
will result in the following ‘populations’ of atomic levels

n = C127
2 A
n = ‘az ‘ = C12 —12 , (4.37)
[V
| (1)|2 2 /1% V3 ?
n3y = |d = -
3 : ‘)»1 — A31‘2 VZI

When the field is switched off, 1, — 0 (for 43; > 0) and,
therefore, @, goes over to the ground state of the atom [see
(4.23) and Fig. 12a]. If A, remains finite for finite |£| as
A3; — 40, then the ratio of the population of the third atomic
level to that of the first level is

2
£

Vo

ns

= when 43 — +0. (4.38)

ni

As A3 — —0 (for Ay > 0 and |da;| > |d52|), according to the
above analysis and to Fig. 12b, the wave function @, will
correspond to the ground atomic state. Consequently, the
quasi-energy of the ground state is 1, and, according to (4.27),
it also vanishes as 43; — —0. In the state @, the populations
are given by the expression (4.32) with the quasi-energy A, of
the ground state in place of the A;. Using (4.27) we have

2
V'

ns
V3

= when 43 — —0. (4.39)

ny
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Thus, with any ratio of interaction parameters V>, and
V35, except when they are equal, the populations can be
inverted between the first and third atomic levels, n3 > ny,
by appropriate choices of the sign of the A, 43 product and
the ratio of the dipole moments, provided that condition
(4.31") is satisfied.

Close results are also obtained for self-induced inversion
of levels in the case of a nondegenerate pumping.

Conditions for level populations (4.37) retain their forms
in the case of nondegenerate pumping. However, the analysis
is much more complicated than in the case of degenerate
pumping, because there are two free parameters E, (r, ) and
E;(r, 7). However, a condition can be derived such that
ny = ny, i.e. self-induced overpopulation takes place.

It follows from Eqn (4.37) that self-induced overpopula-
tion, n3 = ny, occurs when

2
Va

)2 2
Al = (A — 43
> (- a2

(4.40)

Condition (4.40) is necessary and sufficient for self-
induced overpopulation to occur.

Figure 14 shows the populations of the levels for the
system in the state @; in the case of degenerate pumping.

M Ter-Mikaelyan [S] was the first to indicate that the
populations of a three-level system can be inverted with an
adiabatic pulse. He presented expressions for the relative
overpopulations n3/n; in the case of a strong field as
A3 — £0. The case of a two-photon resonance inversion
was also considered in Refs [101, 104, 105]. M Grishkovsky
and M Loy [104] used the term ‘self-induced adiabatic rapid
passage’ by analogy with the adiabatic inversion at the
magnetic resonance. In subsequent papers N Kroll, K Wat-
son, and A Lau [106—108] studied whether self-induced
inversion is possible depending on the pulse shape and on
the time delay between two pulses [103a].

In Ref. [121a], self-induced resonance was first used to
investigate nonstationary phenomena. M Loy observed
optical nutation for molecules NHj3, i.e. population oscilla-
tion and free-polarization damping in the
(07,4,4) — (27,4,4) transition, the energy difference of
which is close to the total energy of two laser photons for
the P34 and P g lines of a CO,-generator. When measuring the
absorption coefficient for weak radiation w; passing through
vapors, sharp oscillations of the absorption coefficient were
observed, depending on the time it takes for the power pulse
of the second laser to pass through. This phenomenon can be
explained as follows. When the leading edge of a power pulse
passes through the system, the two-photon resonance sets in
and, as a result, the interaction loses its adiabatic nature and
the oscillations of the level populations manifest themselves
under weak field absorption — optical nutation goes
continuously (smoothly) into free polarization damping. A
similar signal also appears at the trailing edge of the pulse.
This experiment is analogous to the experiment on the
observation of population oscillations that we mentioned in
Section 2. However, self-induced adiabatic inversion has not
yet been observed.

The influence of self-induced resonance on the excitation
and ionization of a three-level system was considered in Refs
[109—112]. In Refs [113—-115], the influence of self-induced
resonance was discussed in relation to the possibility of
selective excitation of atoms. In Ref. [116], self-induced
resonance was used to calculate the magnetization of alkali-
metal atoms and in Refs [117, 118] it was used to study a four-
level atom and to generate the third harmonic. Self-induced
resonance plays an important role in studying the dielectric
constant of the three-level system [119]. Most of the
aforementioned papers were conducted either for monochro-
matic pumping fields or for laser pulses with a given
activation law.

[Vl
VP +Val |

[V
\V11|2+\V32\1

2w

5P c

WP+l

E3 20

(12
165" d
[V P+ Vel
4

2w

Figure 14. Populations of atomic levels for the system in the state @; as functions of 2w (degenerate pumping) in the case when | V2| > |Va3]. The curves
represent the populations for the first (solid lines) and third (dashed lines) levels in the case when 45, > 0 (a) and 45, < 0 (b). The curves represent the

populations for the second level in the case when 4,; > 0 (c) and 43; < 0 (d).
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M Sarkisyan and M Ter-Mikaelyan [103a] showed that
the interaction between two time-separated laser pulses and a
three-level ladder Z-type system brings about a selective
excitation under the conditions of the self-induced resonance.

Currently a great interest was created to these problems
(see, for example, [103b] and Section 5). In Ref. [103c], the
selective population transfer was first observed in the
adiabatic passage of two chirped laser pulses used to tune to
the resonance. The work was conducted with Rb vapors by
the scheme shown in Fig. 10a.

4.3 Nonstationary wave functions and two-photon
absorption

The wave functions @; in (4.15) form a complete orthonormal
set of functions for a three-level atom in resonant monochro-
matic fields. Functions (4.15) are not the stationary solutions
of the Schrdédinger equation for an atom in a classical field
since an atom in a varying field does not have a particular
energy. However, in the case of a more general system with
regard for a quantized electromagnetic field functions of the
type (4.15) become, upon electromagnetic field quantization,
stationary functions of a more complete quantum-mechan-
ical ‘atom plus quantized field” system (‘dressed’ atom) [18].

The wave functions (4.15) can be used when the interac-
tion is switched on slowly. If the pulse duration is designated
as 7 (we shall use the quantity 7 to describe the time it takes for
the pulse to rise and decay), then it is necessary (but not
always sufficient) for the interaction to be switched on
adiabatically that the inequality

< 4y (4.41)
holds.

In the case when the field is switched on abruptly, i.e.
when conditions (4.41) are not satisfied, the wave function of
the system can generally be represented as a superposition of
the basis wave functions (4.15):

o/ => RV,
0

where the coefficients R;’ are determined from the initial
conditions. Let the atom be in the ground state prior to
switching on the field, i.e.

(4.42)

P/(t=0)=¥. (4.427)
Then the coefficients R\ can be determined from (4.15) and
(4.42") by means of the formulae

) As
SRU=t SR =0, SR <0,
s

(4.43)

The C; coefficients of functions (4.15) enter the definition of
R,. Similarly, the coefficients R§ 3 can be obtained for the
wave functions ¢2l,3’ which go over to ¥, and V3 at t = 0.

A solution of the type of (4.42) corresponds to the
following statement of the problem: find the wave function
of an atom in the field of travelling ‘monochromatic’ pulses
with a steep leading edge perturbing the atom starting from
t = 0. The fast switching-on also means that all the frequen-
cies w <7~ !, where 7 is the time interval in which the
amplitudes of ‘rectangular’ pulses build up and decay to a
finite value, are present in the radiation spectrum. The

presence of frequencies of the order of w; £ 4, and
W, + A3, in the pulse spectrum causes actual transitions and
oscillations of level population density to occur.

If condition (4.18) is satisfied, then the three-level system
in question can be reduced to a generalized two-level system
with one intermediate level provided that condition (4.2) is
satisfied as well. Therefore, all the results set forth in the
preceding sections can be carried over to a three-level system
when the one-photon resonance-related effects can be
considered within the scope of perturbation theory. Simple
solutions can be obtained in other limiting cases as well.

We shall consider, for example, the exact two-photon
resonance, when 43; = 0. Using expansion (4.42) for the wave
function of an atom, which resides in the ground state ¥, till
the interaction is switched on, we have (private communica-
tion, M Sarkisyan, 1984)

o = [1+1qP]"

Q i Q A
X {|q|2 + [cos Tlt—&-lﬁ sin 71[} exp(—i 71) }Ul
iQ AN . A
_ | - a0 _ Z
27, { Q%] sin 5 exp|—i| o) + 3 t| U

n 4 COSQIz+iA siant . LAt
_ it id ] (At
1 2 T M [P

X eXp [—i(w1 + wz)[] Us, (444)
where
A 2 2
9122 T-'F‘Vzl‘ +|V32‘ )
V*
A=Ay, q=-2. (4.45)
Vi
It follows from (4.44) for populations of atomic levels
ot A,
nm(t)=———5 lg* + cos® —1—1——2 sin? -
(1+1q) 2o 2
+2|q)? cos@cosﬂ+£sin@sing
1 2 U2 2 2
4|V21|2 . 2.Q1l
t) = — 4.46
() = i’ S (446)
gl 2y it A St
n3(t) =——————< 1+cos” — +— sin”"——
(1+1qP)° 2 o 2
-2 cos@cosﬂJrA—zsin@sinﬂ
2 2o 2 2 1(

At the exact one-photon resonance when 4,; = 0 as well, the
expressions for populations of levels are greatly simplified:

2\ —2 2 QO[ 2
m(0) = (1+1gP) 7 (1aP +cos 1)

2 Q()t

m(t) = (1+ |q|2)71 sin - (4.47)

2
) Qot
() = a1 +1P) (1 cos )
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where

Qy =24/ |V21|2 + |V32|2 .

This case corresponds to the cascade excitation of levels.

In the opposite limiting case when the intermediate
detuning is large, i.e. when the intensity parameter
Qo/|4] < 1, we have for the population of the third level
from (4.44):

(4.48)

4lq Q%
|q| il’l 0

(1+1gP)? 44~

Here we have a pure two-photon excitation, which was first
considered in Refs [121b—d]. In this case the population 1,(7)
of the second level is low and the valent electron oscillates
primarily between the first and third levels at a relatively low
frequency Qy/A4. It should be noted that the amplification
phenomena which E Manykin and A Afanas’ev [121b]
considered near two-photon resonances, have recently
drawn much attention from researchers and they are now
checked in experiments (see, for example, Ref. [121d]). We
propose to set forth these issues in the review being in works
for the Progress in Optics.

An examination of the expressions for populations (4.46)
readily yields the conditions in which the three-level system is
not excited during its interaction with a finite laser pulse, i.e.
the atom remains in the ground state when the pulse has
passed. These are so-called self-induced transparency pulses,
or SIT-pulses (see, for example, Ref. [120]). The conditions in
which atomic levels are maximally excited can also be easily
obtained.

In the case of cascade excitation when both the I — 2 and
2 — 3 transitions are in exact resonance with the field, the
problem is solved for an arbitrary shape of the envelope (1)
of both the pulses (£(¢) is the projection of &(¢) onto d)
(private communication by M Sarkisyan, 1984).

It follows from Eqn (4.6) for 45 = 437 = 0 and for the
initial condition a; — 1,4, — 0, a3 — 0 as ¢y — —oo that the
probability of the system’s being in a particular level at an
arbitrary instant of time ¢ is

(1) = (1+1qP) " {lql +cos (1)},

n(1) = (4.49)

ny(t) = (1 +|gP) " sin® 0(r) , (4.50)
ny(t) = (1+1g[*) *[1 = cos 0(1)]?,

where
0(t) = |dot | (1 + |q|2)1/2 J’ E(t")di". (4.51)

These expressions generalize formulae (4.47). As is seen from
formulae (4.50), once the pulse has passed (f — o), the
system remains in the initial state provided that
0(c0) = 2mn. Therefore, in })articular, the peak population
of the second level is (1 + |¢] )71 and tends to unity as |g| — 0
(atwo-level system). The population of the third level peaks at
a given \ql when 0(c0) = (2n+ 1)n and is equal to
4lq)* (1 + |¢°)"; moreover, the third level is fully populated
when |¢| = 1.

With a nonzero intermediate detuning 4;;, the system of
equations (4.6) does not have analytical solutions for
arbitrary E(z). However, the basic behaviour can be estab-

lished by choosing a particular function £(¢), for which the
system of equations (4.6) allows an exact solution. The
benefits of this approach in the event of a two-level system
are shown in Section 3.2.

Population oscillations in the case of a two-photon
excitation were studied in Ref. [121].

Paper [122a] gave impetus to a large number of experi-
mental works on the Doppler-free two-photon absorption.
Even in the first experiments [123 — 125] with a sodium vapor,
an extremely high resolution was achieved. These experiments
can be treated on the basis of a generalized two-level system.
Two-photon absorption was also studied in Refs [126—128].
As opposed to the aforementioned works, in the latter
experiments exact intermediate resonance occurred and,
thus, the processes proceeded with a much more probability
and the three-level model with adjacent resonances had to be
invoked for their interpretation. In the first work [126], the
experiment was conducted with the use of two lasers, the
frequencies of which were tuned to the 3S,, — 3P
(2nn = 5895,9 A) and 3P/, — 4Dj3/, (2nn = 5682 A) transi-
tions. The authors used the approximate formulae of
perturbation theory notwithstanding the fact that the inter-
mediate level gets at the exact resonance. The comparison of
the experimental data with the results of calculation from
perturbation theory made it possible to determine the
hyperfine structure of levels. In the second work [127], the
3S — 4F transition through the intermediate resonance level
3P, /, was studied. The electrical dipole transition 3P, , — 4F
is prohibited by the parity law. Therefore, the ratio of the
probability of two-photon absorption for the transition
3S — 4F to the relevant probability in the allowed electrical
dipole transition 3S — 4D was 10~7. The authors measured
the hyperfine structure of the 4F state.

In the next paper [128] these authors used a similar
calculation technique to that we described above. The accord
with the experimental data was remarkable. In the cited paper
a limiting case was realized when the energy shift of levels
greatly exceeded the hyperfine structure splitting of the
intermediate energy level at the one-photon resonance in the
field of a wave. Note that the presence of an intermediate
resonance level, according to Ref. [128], increases the
probability of two-photon absorption by a factor of 10 in
comparison with the probability of two-photon absorption in
the absence of an intermediate resonant level. The unique
capabilities of Doppler-free spectroscopy were used to
observe the two-photon transition 1 — 2 in hydrogen and
deuterium [129, 130]. The authors were able to measure the
isotopic shift of the transition and the Lamb shift of the
ground 1S-state with an accuracy of 10~%; they established
that the former was 670.933 £ 0.056 GHz, and the latter was
8.20 £0.010 GHz for H and 8.25 £ 0.11 GHz for D. These
results are in good accord with current theoretical values.

4.4 Permittivity of a three-level atomic gas
In this section we consider only the real part of the dielectric
constant. As to the imaginary part this issue has not yet been
resolved. If we neglect the influence of collisional widths and
the motion of atoms, then the imaginary part of the dielectric
constant related to radiative processes requires the probabil-
ities of all noncoherent processes @; — @; (i #j) to be
calculated since these processes affect the decay of the initial
wave function (cf. Sections 2.4 and 4.5).

Notice that although the energy levels are degenerate in
the direction of the total moment in an actual atom, the three-
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level system can be realized by an appropriate choice of light
polarization.

To calculate the real part of the permittivity of a rarefied
gas involving three-level atoms it is necessary to determine the
polarization of an atom in the quasi-energy state @y, i.e. to
determine the quantity

Dy, = (@|d|a,). (4.52)

At the two-photon resonance, the function &; is given by
formula (4.15). With regard for

Dys(@1,02) = 117 (01)E; + 25 (2)Es (4.53)

the expressions xgs) (0 =) and ng) (0 = wy) for the non-
linear polarization in the s state follow from (4.52).

The expressions for the nonlinear polarizations include
quasi-energies which are the roots of a cubic equation. The
use of the Cardano formulae renders these expressions too
cumbersome, therefore in the general case it is simpler to use
numerical calculations. However, in the above cases when the
quasi-energies A, are given by simple analytical expressions,
the polarizations lez can be expressed by means of relatively
simple formulae.

Assume that the two-photon resonance condition (4.21) is
satisfied for the system in question and that the one-photon
resonances are weak. Then, using the results of Section 4.3 we
have [119]

2
(13) " ],
- +
% 20y

P
(1.3) |d>3] 1
= — +
12 2idy {

sgn (431 4y1) [A21 431+ Vil + |V32|2] }

\/(4215)2 2V Vil
(4.54)

sgn(431421) [Ao1 431 — V1o — |V32|2]}
\/(4‘215)2 + 20 Vil

(4.55)

In the event of degenerate pumping the atomic polariz-
ability y(w) is equal to the sum y; + y, (in which it is required
to set £} = E; = E, and | = w; = w) and it is the same as
the relevant expression in Ref. [131].

If all the atoms in a medium are in a particular quasi-
energy state, then under degenerate pumping the dielectric
constant for the medium is ¢ = 1 +4nNy"), where N is the
number of atoms in the state s.

In the event of nondegenerate pumping the medium is
characterized by two dielectric constants & (w =) =
1+ 41tNX(1'Y> and g;(w = wy) = 1 + 4TEN){§X).

Note that in monochromatic fields when conditions (4.34)
and (4.35) are satisfied, y,(w;) or y,(w;) (depending on the
sign of the product 4, 43;) become linear with respect to the
field and the relevant dielectric constants for the frequency w,
or m; are independent of the field intensity.

Thus, by changing the field intensity in one of the
transitions, the medium can be made transparent in the
adjacent transition.

Figure 15 shows the dielectric constants & and & as
functions of w;+w; in the vicinity of the point
w1 + @y = E3;. In this frequency range the one-photon
detuning 4, changes only slightly and can be considered to
be constant. For both quantities ¢ and &, an anomalous
dispersion takes place over a certain frequency range. This
range is limited by the points |4;43| = |V12|2 + |V32|2 (the
points of conditional minima (4.34) and (4.35) for the spacing
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Figure 15. Dielectric constant of a three-level atomic gas as a function of
the dimensionless parameter 43;/4,; for the following values of para-
meters: A2 > 0, |V12\2/A§1 = \V32|2/A%1 = 0.05. On the vertical axes

elwy) — 1 flAz[ elwy) — 1 flAz[ e(w) —1 ﬁAz]
(o A0V Z1 My ) S0 L Ry o) 2L M
T |dyl T |dx| T |dp| 4+ |d3]
are plotted.

between quasi-energies) on one side and by the two-photon
resonance point on the other side.

An explanation for the anomalous dispersion in this
frequency range can be offered by analyzing the dynamics of
atomic level populations [119]. In a weak field, the population
of the first level decreases with an increase in Ei, i.e. the
system rises to an excited state (becomes polarized) by
virtually absorbing photons from the external field. How-
ever, with a further increase in the field intensity the reverse
process is triggered once |V12|2 = |42 45| — \V32\2, i.e. the
system drops back to the lower level. Thus, the populations of
atomic levels depend nonmonotonically on the field intensity
and there is a region where an increase in the field intensity
results in a decrease in the polarization of the medium. This
nontrivial behaviour of atomic level populations is inherent
solely to multilevel systems and has no analogy in the case of
an ordinary two-level system. Another limiting case of strong
resonances, when |43] < |Vi| and 4, can take arbitrary
values, was also considered in Ref. [119].
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4.5 Interaction of resonance radiation with a three-level ko ko . ko
system with regard for radiative relaxation processes j j 1 ' l
(degenerate pumping) b= P T
Up to this point we have considered the interaction between o' ~20— B 1 2 i 1 2 12 3 } 2
an atom and a laser field over times smaller than the k' k!
relaxation time. It is interesting to find out how the level i ko
populations of a three-level atom change when radiative b — B j
relaxation processes are taken into account [132]. ) +
The wave function of a three-level system in the field of a o' = Ex 2 i /1 2.3 i 2 l !
resonant wave with regard for the spontaneous transitions k k! k.o
@; <+ ®;can be expanded into a series in terms of the complete " ko ) Ko
set of wave functions of a three-level atom: ®y — 1 l j 1
’ +
3 o' ~20—Exn 2}1 2 3 2 3{2 3
V()= Ap(t)Pp, (4.56) K’ k'
m=1
k,o *
where A4,,(1) are the population amplitudes for the adiabatic by — b, 3021 1 2 3 2
‘atom plus field’ functions. We shall consider the case when o'~ Ep l } + }
the resonance detunings |41|, |431|, and |43;| are much - o K’ K/
greater than the radiative widths of the atomic levels y, and '
73 (the y, width of the ground state is zero). In this event the ko ko k.o k.o
direct absorption of photons from the external pumping D) — Dy 1 j j j 1 j
field can be neglected anq the changes in populat?ons A (1) o' ~30—Ey | o } T S + P } 5
for quasi-energy states will depend solely on the incoherent K k'
processes of spontaneous emission in the transitions
(D,' — (pj
For the three-level system under discussion the equations 3 — P 302 1 32 1

for level populations take the form

Ny = —(Wa1 + W31)Ni + WiaNy + Wi3 N3,

Ny = WaNy — (Wia + W) Ny + WasNs, (4.57)

N3 = W31 Ny + Wi Ny — (W3 + Wan) N3,

where Wj; are the time-averaged probabilities of the @; — @;
spontaneous transitions. The i = j transitions do not change
populations and they have not been taken into consideration
to write down the balance equations.

Now we shall find the physical meaning of the populations
N,, when the field is switched off adiabatically fast. Since the
typical time of N,, change is of the order of 75}, the wave
functions &,, go over to their unperturbed functions
Uy exp(—iE, 1) when the field is fast (8 < 75}) but adiabati-
cally switched off. In this case N,, give the level populations of
a free atom.

In the resonance approximation (i, j = 1,2, 3)
bg’)b;(l)

, (4.58)

Wi = |p51 ) 45 ’

where 5" are the amplitudes of the atomic wave functions U;
in the quasi-energy state @, [see (4.15)]. The transitions
¢; — @; are accompanied by photon emission at the
frequencies ' = w + 4; — 4;. The scattering patterns are
presented in Fig. 16 in the lowest order of the perturbation
theory.

The mean populations of atomic levels in the field of a
wave can be easily calculated using the expressions for
populations and the values of 5"

To this end functions (4.58) should be substituted into
(4.57) and the squares of the absolute values of the coefficients
of the functions U; should be averaged over the time interval
> (Jun — Am')~". For the mean values of the populations z; of

U)IEEM -

Figure 16. Scattering processes are shown diagramatically as they occur in
transitions between different quasi-energy states. These processes cause
the adiabatic functions to decay. Wavy lines represent photons of the
scattered field.

atomic levels we have

3
= Nulb"|*.
m=1

The quantity 72; describes the probability that the free atom
resides in a state with the wave function U; exp(—iE;z), when
the field is nonadiabatically fast (suddenly) switched off.

The expression for the total probability of emission per
unit time for the ‘three-level atom plus pumping field’ system
is

(4.59)

3 3
W: yz ZNm’b(zm)|2 +"/3 ZNm|bgm>} 5

m=1 m=1

(4.60)

in which the first term represents the probability of emission
for the 2 — 1 transition, and the second term represents the
same quantity for the 3 — 2 transition. In other words, W is
the total probability of a spontaneous emission by the
pumping field incident upon a three-level atom.

Now we shall consider the stationary solutions of Eqn
(4.57). Clearly they are generally cumbersome and non-
informative since the dependences on the interaction para-
meters (detunings, field strength and matrix elements) are
expressed through quasi-energies, which are roots of the cubic
equation (4.14). Therefore, we shall consider two particular
cases when the expressions for Wj; and, hence, for N,, can be
greatly simplified.
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(a) Consider firstly the case of a strong field (or the

case of small detunings) when the conditions
[Va1l, [ V32| > |421], |431] are satisfied. Using the appropriate
values ofbl-m for the probabilities of the @; — @; spontaneous

transitions for 4,43, > 0 we arrive at

2.2
Y2+ 73
Wy =Wp=———>=+,
4(7, +73)
Wiy = Wy = Wy = W3 = % . (4.61)
2+ 73

Solving Eqn (4.41) together with the normalization
condition, we obtain the expressions for the stationary
populations in the quasi-energy states (the result is the same
when Ar A3 < 0)2

1

Ny =N, =N; = 3 (4.62)
that is in the event of a strong interaction the atoms are
equiprobably distributed over all the three quasi-energy
states. Notice that the mean populations 7; of atomic levels
are equal to each other. Then the total probability of
scattering is
_N2t

w
3

(4.63)

(b) Now consider the more interesting example of two-
photon resonance, when |43, |Va1l, V32| < |421]- In the
resonance approximation the field mixes the first and third
levels and the probabilities of transitions W have the form
(the corresponding patterns are marked by asterisks in
Fig. 16)

2 2
Wzl = ’))3 ’bgw 3 W32 = ’yz‘b?) 3
Wi, = v2|b(11>|2, Wy = ?3|b§3>|2>
Wi = Wi =0, (4.64)
where ]b§1)|2 = |bg3)|2 = nj and ‘bg])‘z = |b§3>{2 = n3 are given
by expressions (4.37).
In the steady-state mode it follows from (4.57) that
Ny — Vl% Ny — qninp
1_1+(q+2)n]n2’ 2_1+(q+2)n]n3’
2
n
Ny=——3 4.65
’ 1+ (g + 2)nins (4.65)
where
g=2 (4.66)
72

It can readily be shown that the inversion can be realized
by the appropriate choice of the interaction parameters for
any transition between quasi-energy states and even for the
2 — 1 or 3 — 2 transitions when the field is switched off.

Using expressions (4.65) we shall calculate the mean
values of the populations of atomic levels in the field of a
wave. From (4.59) we have

1-— 37[1}’13

n=—— ————, n, =
! 1—|—(q—|—2)7l11’l3 2

qnn3
1+ (q+2)n1n3 ’

nn;3
1+ (q + 2)711?13 ’

n3 = (4.67)

For arbitrary relationships between the interaction para-
meters the populations N,, and 7; can be determined by
numerical methods.

We shall calculate the total probability of scattering per
unit time using the expressions for 7; from (4.67) and the
values of n; 3 from (4.37) [132]. The computation yields

2y,d%€*
W= v it (4.68)
(1+gl€[7)" + (g +2)d?[]
where
d3 — d3 drdsy
— 2 =7 4.69
§ h2A21A31 h2A21A31 ( )

Note at once that the probability of scattering depends
essentially on the sign of g. The probability of scattering peaks
at a critical point for g < 0; it is determined from the equation
1+g|£0|2 = 0 and equal to

2y73

Wm‘x =5 ., >
24

(4.70)
i.e. Whax 1s limited by the least rate of decay. With an increase
in the field intensity the probability of scattering decreases
and approaches saturation when |g||&|* > 1:

2?2?%

W = .
sat 'y%+2'y§

(4.71)

Figure 17 shows the probability of scattering as a function of
the pumping intensity. The probability of scattering for g > 0
is always lower than that for g < 0. The asymmetry with
respect to the sign of g (or the sign of 43;) can be defined
through the radiation selectivity [132]:

4lgl|g)?
! .
(1= 1gllEP)” + (g + 2)a?|€[*

(4.72)

The abrupt increase in the probability of scattering at the
critical point is directly related to the nontrivial behaviour of
populations of a three-level system in the presence of a
resonance radiation, namely, to the self-induced resonance

Wmax I~

Wat R ———

€f?

€0l

Figure 17. Total probability of scattering as a function of the pumping
intensity, when g < 0 and g > 0.
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phenomenon. At the critical point \50|2, the quasi-energies
approach to a minimal spacing and the populations | and n3
level off with one another for g < 0.

The phenomenon considered can be used for selective
action on atoms. The asymmetry with respect to the sign of g
or, which is the same, to the sign of the two-photon detuning
A3 makes it possible to act selectively upon atoms, for which
g < 0, when the pumping frequency is chosen so that the
frequency 2w falls into the isotope shift interval. These results
can readily be extended to three-level systems (see Fig. 10)
which interact with two different resonance fields.

5. Electron Raman scattering with resonant
amplification

5.1 Illustrative consideration of the theory of electron
Raman scattering

With the advent of the first lasers, Raman scattering of light
became the subject of intense experimental research. A new
area of interest, so-called ‘stimulated Raman scattering’
(SRS), appeared and was set forth in a number of mono-
graphs and reviews [94 — 96, 98]. Here we shall not touch these
traditional issues. Instead we shall dwell on a new subject in
Raman scattering, namely, on Raman scattering involving
electronic transitions. The impetus to the exploration of this
area was given by the first works which Soviet and American
scientists conducted independently of each other [134—136].
Here they revealed stimulated Raman scattering involving
electronic transitions (SERS) in atoms.

This discovery necessitated the revision of the basic
theoretical principles in this area, which had remained
practically intact since the famous paper by Kramers and
Heisenberg [17]. Starting from simple illustrative concepts we
shall examine what changes should be introduced into the
theory of Raman scattering of light [17]. Within the scope of
perturbation theory, the wave functions of a three-level
system in a resonant field, which acts over the 1 — 2
transition with the detuning 4,; = 4, have the form (see
Section 4.1 and Fig. 10b):

@y ~ Uy exp(—iE 1) — C; Usexp[—i(E| + )1]

@, ~ U exp(—iExt) + G Uy exp[—i(E, — w)1], (5.1)

O3 =Yy =U; CXp(—iEﬂ) .

For

Y
|cz|=]—

1
hzl<

functions (5.1) lead to the familiar expression for the
probability of Raman scattering of light from Ref. [17], in
which only the main resonant term is left. However, the
parameter C, can be of the order of unity or higher when
the system is close to the resonance or the fields are strong.
This means that perturbation theory is herein inapplicable. In
addition, the high-frequency Stark effect has to be taken into
account in laser fields. Consequently, the ERS theory has to
be extended to this case as well [5].

The second change which the Kramers—Heisenberg
theory needs is that the interaction with a monochromatic
wave has to be replaced by the interaction with a quasi-
monochromatic pulse of finite extent. As noted in Section 4.1,

it is difficult to consider beyond the scope of perturbation
theory how the ERS is affected when the interaction between
an atom and an electromagnetic wave is switched on.
Functions (5.1) are the same as in Ref. [17] and they are
equivalent to the adiabatic wave functions for o < 1, which
we examined in detail in Section 4.1.

However, in all experiments on ERS the interaction is
switched on at a time 7 = 7y, i.e. when the laser pulse with
finite duration reaches the atom or when the travelling atomic
beam enters the region of influence of the laser field. To
consider this effect, the wave functions of an atom in the field
of a laser pulse should be written down under initial
conditions. For example, in the perturbation theory limit for
t > to the desired wave functions have the form

O =¥, — C; V1 exp(itd) — exp(itgd)] ,

b, =Y, + ¥, [exp(—ilA) — exp(—itoA)] s (52)

(p3:qj3a

when the field is switched on infinitely fast at ¢t = #,. For
t < ty, the wave functions @; are specified by the unperturbed
atomic functions ¥; and by the initial conditions. As
(t—10)|4] — oo, the fast-oscillating terms can be omitted
and the system of functions (5.2) goes over to functions (5.1).
Expressions (5.2) show that the quantity |(ZO - Z)A| is the
characteristic parameter through which the wave functions
depend on initial conditions. In the case of a pulse of finite
duration the interaction lasts for a time t and this time
interval represents the pulse width. Thus, the quantity |47 is
the parameter by which adiabatic (5.1) and nonstationary
(5.2) functions are differentiated. Consequently, the Kra-
mers —Heisenberg theory has to be extended to consider the
initial activation of the interaction and the pulse shape (see,
for example, Refs [5, 137—141]). This problem is closely
related to the system relaxation since if the effective time
intervals are much longer than the relaxation times then the
system ‘forgets’ the initial conditions.

Given t|4| > 1, we can use functions (5.1) and calculate
the electric dipole moment of an atom in the electromagnetic
field for the 1 — 3 transition:

D31 = J"*P;L)l‘@l dV = —Cz*d32 exp [—i(E3 —FE, - CU)I} .
(5.3)

It follows from (5.3) that the atom in the field has a varying
moment and emits photons at the frequency

Wg = W — E3] . (54)

Similar discussions for functions (5.2) show that for
|[t4| < 1 the atom will also emit photons, the frequency of
which is

Wp = E2 — E3 (55)
in addition to photons at the frequency given by (5.4), i.e. the
Raman scattering spectrum should have the resonance line
relevant to the 2 — 3 transition. As 4 — 0, these two different
lines merge. The resonance line appears because the upper
level is actually occupied when the interaction is switched on.

In addition to the above changes, the ERS theory has to be
improved in the case when a second strong field acts over the
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2 — 3 transition and the atom is in the fields of two resonant
waves [142]. Even more important from the practical point of
view is the case when both pulses are separated in time [103a,
143].

5.2 Theory of resonance ERS in the monochromatic
pumping approximation with regard for saturation effects
and Stark shifts

An atom becomes polarized under the action of a pumping
field. The dipole moment of an atom in the field is given by the
expression

Dy = eJlP;rqsk v (k=1,2). (5.6)

With d3; = 0 and using the adiabatic wave functions of an
atom in the laser field exerted on the 1 — 2 transition we
calculate the dipole moment as

V14az -1
2V 1 + o2

where o and 4; are determined by means of the formulae from
Section 2.3. In what follows for the sake of simplicity, we shall
use functions such that the functions @, , map onto the wave
functions of an atom ¥, when the field is switched off,
@1, — Vi, ie. the discontinuous Ji Oy =2 for A >0 and
A2 — 72, for A4 < 0) are used.

The dipole moment D5, brings about emission at the
combined frequency wy:

12

D;, = ‘ exp[—i(w — E3 + A)t]dsy, (5.7)

ws=w—FE3 + 4. (58)

The quantities o and A; in expression (5.7) for a
monochromatic wave are time independent. In experiments,
time-limited pulses are usually used. We shall assume that the
pulse width is smaller than all relaxation times I' '

<l (5.8")

The time-limited pulse results in the wave actually being
quasi-monochromatic. If the spectral width of a pulse
dw ~ 1/t is essentially smaller than the resonance detuning
A, then expression (5.7) can be used for a time-limited ‘table-
shaped’ light pulse. The only difference from an ideal
monochromatic wave is that the pulse width 7 should be
considered to calculate the scattered energy, i.e. to allow for a
nonzero polarization amplitude in (5.7) over the time interval
7. Here we neglect any effects associated with the leading and
tailing edges of the pulse, i.e. we assume that these effects
make a negligible contribution to the scattered radiation
intensity. The justification of these assumptions was given in
the aforementioned papers. In particular, how the pulse shape
affects the ERS processes is considered in Refs [138—141].
The calculations show [138—141] that consideration of the
pulse shape brings about a number of interesting phenomena,
which have not yet been experimentally verified.

The probability of dipole emission of a photon at
frequency ws with polarization eg is usually calculated by
means of the regular formula for the dipole moment D3, of
emission and given by the expression [5]

wg’(\/l + o2 — 1)

dWw, =
) 4rficdV/1 + o2

leX - dos (1 + 1) dO. (5.9)

The amplification factor

3.2
14 =1 +8;T§ L(as, 05)
considers the spontaneous and stimulated Raman scattering.
Depending on the type of scattering dO; is understood to be
either the solid angle of a spontaneously scattered photon or
the solid angle of the angular distribution of the driving
radiation. In (5.9), the quantity I(ws, Os) is the spectral-
angular intensity density in the direction of the solid angle dO.
When o < 1, expression (5.9) goes over to the expression that
Kramers and Heisenberg [17] obtained for the three-level
atom.

When o > 1, the probability of Raman scattering (5.9)
takes the form
3

W = 4mhc3
On integrating with respect to the solid angle and summing
over polarizations, expression (5.9) can be easily presented in
the form Wy = y23|C2\2 for ng = 0. Here 7,5 is the probability
of a spontaneous transition 2 — 3 (for o« = 0), and Cj; is the
coefficient of the wave function &; for 4 > 0. Hence,
W5 = 7y,3/2 when the 1 — 2 transition is saturated and
|C2|2 = 1/2. Unfortunately, expression (5.9') has not been
verified experimentally so far.

Formula (5.9') describes the saturation effect in Raman
scattering. In this limiting case the second level has the same
population as the first level and the number of scattered
quanta does not grow upon a further increase in the intensity
of radiation incident on the atom.

If the intensity of the scattered radiation becomes
comparable with that of the exciting radiation, then perturba-
tion theory becomes inapplicable with respect to the scattered
field. Therefore, it is interesting to study the behaviour of an
atom in two intense resonant fields without the use of the
perturbation theory with respect to both fields [142] (see also
the review [137]).

lef - dos|*(n, + 1)dOg,  a> 1. (5.97)

5.3 ERS in two intense fields

In the previous section we have assumed that Raman
scattering is caused by the ‘pumping’ field which is in
resonance with the 1 — 2 transition. We have neglected the
influence of the electromagnetic field of combined-frequency
photons on the atomic system. This section is dedicated to the
consideration of this effect. The point is that the ‘atom plus
pumping field plus field of combined-frequency photons’
system is degenerate in terms of energy since the electron
residing at the ground level moves by absorbing a ‘pumping’
photon w; and emitting a combined-frequency photon ws to
the steady-state third level. This process is governed by the
following law of conservation:

Ei+o—ws=F;, A3 =0, Ay =—-Ap=4. (510)

These states are described by two wave functions of the
complete ‘atom plus pumping field plus field of combined-
frequency photons’ system with the same energy. Strictly
speaking the wave functions are incorrect if they do not
account for the degeneracy. In the zero-order approximation
the correct functions must be linear combinations of the
expressions we wrote out for @, and @3 [142].

If we know the wave functions (4.15) for the scheme in
Fig. 10a, then wave functions can also be found to describe
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the Raman scattering process in the field of two waves for the
scheme in Fig. 10b. To this end &, should be replaced by &5 in
the expression for V3, in formulae (4.15) since absorption by
scheme in Fig. 10a corresponds to emission by scheme in
Fig. 10b; and the sign of w, should be changed for the
opposite one. In this section it is convenient to use another
numbering rather than that we adopted in Eqn (4.15). To this
end the change 2 < 3 is to be made in all subscripts for quasi-
energies and wave functions in Section (4.2). In this case
b — ¥, Py —» V,, &3 — 5 when the field is switched off
(4 > 0), and Eqn (4.14) has the solutions

J3=0,

A A? 2 2
/12,1:§i 7+|V21| + V3| (5.11)

for A3; = 0. In the quasi-energy function @5 in (4.15), the
coefficient of the W5 function is indefinite as A3 — 0 and
A3 — 0. To eliminate the ambiguity, the cubic equation
(4.14) has to be invoked. As is seen, Eqn (4.14) is followed
by the equation

Lo A= An) — |Vl
Vol

A=Az

In turn, this last equation leads to the following equality
3 ‘ Vol
Va3

—_— = — 5.12
A3 — A3 (5.12)

for 431 =0 and A= 13 = 0. Consequently, the adiabatic
functions in scheme in Fig. 10b have the form [142]

dsr - &
o1 {‘I’l—i—”%'{ﬁ

R

dp- &
hA(1 Fp) . |
————— = Wrexp(idt)pexp |i= (£p — Dz, (5.13)
2(di2- §) 2
o d - &
@3 :42{?1— 2 l '}'3}, (514)
Vo2 + o2 dy; - &
where the notation
C2]dy - € C2]dy &
w=2|BUb) o, s (5.15)
p=0+od+0d)"2. (5.16)
is used.

The wave functions (5.13) and (5.14) are chosen so that the
functions ®;,3 should go over to the functions Y23,
respectively, when the fields are switched off (first & and
then &) and when 4 > 0. For negative detunings, the
passages to the limits @, — ¥, 1, @3 — V3 take place when
the fields are switched off. An in-depth analysis of solutions to
the cubic equation shows that the correspondence between
the wave functions @, @,, @3 and the three states 1, 2, 3 of a
free atom depends on the order in which the fields are
s_witched off. For exa_rpple, if first field is switched off,
£ — 0, and next & — 0, then & — ¥V;, &), — ¥,
®3 — ¥, for 4 > 0.

Note that the wave functions (5.13) and (5.14) are written
out in the event when the electromagnetic fields £, and &, are
defined as classical and, therefore, different summands in the

braces in these expressions correspond to various energies of
the atom. However, if we rewrite these functions for the
quantized fields &, and &, then the expression

dy - &
p, - 2Ly, (5.17)
dy - &
goes over to the expression
dy - &
iln,n,. ) — =L W — 1,m+1,..) (5.177)
dy - &

with the same energy in both summands.

The fact that the two states are degenerate in terms of
energy means that in any calculations both states should be
considered in the wave functions ¢;, and @3 as super-
positions, and this can be readily seen from the structure of
formulae (5.13) and (5.14). Hence, the form of these functions
makes it possible to ascertain that the total wave function of
the “atom plus field” system has a particular energy once the
wave fields £ and & were quantized, and from the start we
are dealing with the states @, and @3, in which the
degeneration in terms of the total energy is taken into
account.

Note that the wave functions (5.13)—(5.15) are obtained
under the assumption that the atom interacts with the
external field adiabatically. Therefore, these functions are
correctly applicable only when the external field has a rather
large intensity and thus the spacing between any quasi-energy
terms is sufficiently larger than any width, which is due to the
widths of atomic levels as well as to the nonmonochromatic
nature of the fields. In particular, the conditions

|4 — 4j| > 8wy for i#j, (5.18)

where dw) » are the relevant widths, have to be satisfied. Only
in this case can the interaction be considered adiabatic and the
nonadiabatic transitions between the i and j states be
neglected. When one of the fields is switched on (off), the
other field should be intense enough for condition (5.18) to be
fulfilled and, hence, for the interaction to be adiabatic at this
stage. In this event the functions @;, which describe the state
of the ‘atom in the field of two waves’ system, are uniquely
mapped to the wave functions of the ‘atom in the field of a
wave’ system.

Currently functions (5.13) and (5.14) are widely used.
However, they are usually obtained with the aid of the so-
called ‘rotating wave approximation’” (RWA) in other
notation. To compare the results of works [137, 142] with
those of Refs [144—147], let us introduce the angular variables
0 and ¢. Using formulae

/ 1
sinH:L, singp = 1%,
,/oc%—l—oc% P

(5.13) and (5.14) in the new notation can be written in a
simpler form

(5.15")

& = exp(—ilt) [sin @ (V1 sin0 + W3 cos 0 exp(ieg))
— ¥ cospexp [i(pf + AZ)H ;

&) = exp(—id) [cos @ (¥ sin0 — W3 cos 0 exp(igy))
+ ¥y singexp [i(g) + 41)]sgn A} : (5.137)

@3 = ¥, cos0 — PssinOexp(ioy) , (5.147)
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where

4

P=¢1—¢3+¢' =", op=0—gy+¢", (514")
here ¢’ and ¢” are the constant phases of the fields £; and &,
@1 ,3 are the random phases of the atomic wave functions
¥ 3 (2.3). They must be retained when considering coherent
effects. Adiabatic functions (5.13) agree with functions (2.25),
(2.26) for & — 0 and 4 — 0, i.e. they are represent the
symmetric and antisymmetric combinations of ¥ and ¥,.
It should be emphasized that the functions ¥, and ¥; enter
the formulae (5.13) and (5.14) in certain combinations, being
the consequence of the ‘three-level atom plus radiation’-
system degeneration in energy.

Currently the states (5.14") introduced in Refs [142, 146,
147] and called the ‘trapping states’ are being intensively
studied and widely used in various physical processesf. For
example, they are employed for inversion-freef lasers [148,
149], laser cooling of atoms [150 — 152] and coherent transfer
of atomic populations [143—145, 152—156a] and atomic
interferometry [156b, c]. The cited problems are set forth in
reviews [157, 158] and in the special issue of JOSA 36 (1989).
Therefore, we shall not dwell on them any more and come to
issues which have inadequate presentation in the scientific
literature.

5.4 Radiative processes in ®; < @; transitions

Now we shall consider the emission and absorption processes
in the atomic system in transitions between the different states
@, @,, and @5. Using wave functions (5.13) and (5.14), the
spontaneous dipole moment in the ®; — @5 transition can be
represented as

D3 = C; exp(—i),lt) [du;—lexp(—iwll)
12

Ards
%
Vs

exp [i(E3 — w])t]} . (5.19)

As s seen from formula (5.19), the system emits photons with
frequencies

o) =w + 1, (5.20)

wh=wy+ 4 (5.21)

in the course of @; — @5 transition.

+ The physical nature of the ‘trapping’ states can be easily interpreted with
the use of Eqn (4.6) in the case of an exact resonance, 43 =0
(431 = —43). Assuming for simplicity that V5; = W3, = V and introdu-
cing the combinations by 3 = (a; = a;)/\/f intstead of the amplitudes a;
and b3, Eqn (4.6) can be rewritten in the form: iBl =\V2V*a, i153 =0,
iy = \/2Vb,. 1t follows from the equations that the state of the system,
which the amplitude b3 represents, does not change during the atom-field
interaction. The pertinent wave functions of the system can also be easily
found using, for example, the technique developed in Section 3.3.

1 The issue of light amplification without level population inversion has a
long history [5, 27, 43b, 48, 50b, 51]. In Ref. [27], amplification of the so-
called three-photon radiation was experimentally investigated when the
radiation propagates through the two-level atomic gas in a strong resonant
field. G Kryuchkov et al. [39b] showed that the cause of light amplification
in the absence of level population inversion is a two-photon emission,
induced by one photon field and spontaneous with respect to the other
field. Recently this issue was again discussed by P Sellin et al. [161]. It
seems likely that the authors were unacquainted with the aforementioned
references since they put forward a similar interpretation of the amplifica-
tion processes in the absence of inversion.

The probabilities that photons are emitted at the
frequencies | and ®), are determined by the expressions
[142]

dW’ _ C()/EOC%(])— 1)

_ P11 /*‘d 2.1 1d0/
! 4nhc3(a%+o<§)p|el alf(m + 1) 40y,

(5.22)

_ ohid(p—1)

dw, S ey - dy*(ny +1)d0,.  (5.23)

Amhcd(od 4 03)

The radiation with the frequency w), emitted with a
probability defined by (5.23), corresponds to the Stokes
components of Raman scattering in the strong fields £; and
&>, when the w; photon is absorbed from the field £, the )
photon is emitted by the atomic system, and the system goes
to the state 3. When o3 < 1, the probability defined by (5.23)
goes over to expression (5.9) from the previous section and
describes the ERS accounting for the saturation effect.

The emission of photons with the frequency w} (5.20) and
a probability defined by (5.22) is somewhat unusual and
interrupts as |£,| — 0. As a result of the interaction with the
fields £, and &, (the photon absorption at the frequency w
and the photon emission at the frequency w)) the atomic
functions ¥; and ¥; get highly mixed and form new
stationary states @;, and @3. Therefore, in the ¢, — @3
transition the system absorbs a photon w, from the field &,
and emits a photon ) since the third level is actually
populated (due to the above process).

In the 3 — 1 transition, the photons are emitted and
absorbed at frequencies shifted by the quantity (p —1)4
relative to (5.20) and (5.21). As a consequence, the emission
and absorption processes occur at different frequencies and
do not compensate for one another.

The other transition probabilities we considered in the
previous section are generalized in a similar manner. How-
ever, in the case of two intense fields scattering can develop
through other new channels. In particular, the wave functions
(5.13) and (5.14) bring about the coherent scattering of
photons with the frequencies w; and w,. First it is necessary
to calculate the polarization in the state @,. As is easily seen,
the dipole moment in the state @ is

A . MV .
D, = C]Z —ldlz exp(—lwlt) +1—3§d32 CXp(—la)zl) +c.cl,
V12 |V12‘
(5.24)
where
1% 2
; Vol (5.25)

1= :
Vil + 27 + [Val

The first term in the dipole moment Dy is responsible for
photon emission at the frequency w;, while the second is
responsible for photon emission at the frequency w,. The
complex conjugate terms in the expression are answerable for
the absorption of just the same photons with the same
probability. Therefore, only the spontaneous processes of
photon emission at @; and w; occur and they match the
Rayleigh-type photon scattering at w; and w,. The above
coherent light scattering by a three-level system in the field of
two waves with the frequencies w; and w; have not been
examined in detail and have not been investigated experimen-
tally.

It should be emphasized in conclusion that, depending on
the relationships between the field intensities £; and &, and
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the matrix elements d; and d,3, the mapping between the
indices of the quasi-energy functions &; and those of the
atomic wave functions ¥; is different for various detunings.
This means that the atomic wave functions develop along
various reaction channels but they can be easily classified for
all the transitions ®; — @;,i=1,2, j=1,2.

5.5 Coherent population transfer

in the field of two pulses with a time delay

Currently the populations of levels in a three-level system in
the wave fields is attracting considerable attention of many
researchers. Earlier we mentioned the papers on the ladder-
type schemes Z. In this section we consider the A-system when
the exact one-photon resonance, 4 — 0, occurs. Then the
wave functions (5.137) and (5.14’) can be written in the
following form

®1(t) =—=(P;sin0 + ¥, + VPscos0) exp(—ili?),

1
V2
(5.26)

1
Dy(1) = ﬁ(% sinf — ¥, + W5 cos 0) exp(—ilat), (5.27)

@;3(1) = PicosO — Pssinf. (5.28)

As noted above, the states described by (5.28) have
remarkable properties and are known in the literature as
‘trapping states’. Using these states, the atomic populations
can be transferred coherently and efficiently from the atomic
state ¥ to ¥3. In fact, if the atom resides in the state ¥, up to
the instant when the laser fields are switched on and if the
interaction with the Stokes field £, = & is switched on and off
prior to the pumping field & = &, then, as is seen from
(5.15"), 0 varies from 0 to n/2. Clearly, in this case the atom
goes from the state ¥, to the state ¥3. For this process to
occur it is required that the atom be in this ‘trapping state’
over the entire course of the interaction. This is possible when
the following condition

9< \/fx%—&—oc%

is satisfied.

This phenomenon is known as stimulated Raman adia-
batic passage (STIRAP). It was first predicted in Ref. [143]
and experimentally revealed in Ref. [144a]. Figure 18, taken
from Ref. [153], shows the results of experiments on the
population transfer from the ground state of an Na,
molecule to the excited state. As is seen from Fig. 18a,
efficient population transfer for 4 =0 occurs only if the
Stokes component is switched on and off prior to the others.
In Fig. 18b, the experiment was conducted for a large
intermediate detuning 4, i.e. when a;0,/4 < 1. In this case
the A-system in question corresponds to a two-level system in
which the Stark shifts are allowed for [103a, 104]. Therefore,
the order in which the fields are switched on and off is not
critical since the process is adiabatic when there is a detuning
A. Tt can be seen from Fig. 18b that there appears a second
peak with respect to the excitation of Na, molecules even if
the field is switched on earlier.

Therefore, it is interesting to consider the opposite
situation when the atomic system is exposed first to the
pumping &£, and then to the & field under the adiabaticity
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Figure 18. Results of experiments on the population transfer from the
ground level to the excited level depending on the time delay between the
fields £ and &, [153]. Asis seen from Fig. 18a, efficient population transfer
occurs only when &; is switched on and off prior to £,. The experiment was
conducted with molecular beams of Na,, which interacted with spatially
separated continuous laser pulses at the exact resonance 4,; = 0. Figure
18b shows the results of the experiment in the case of a large intermediate
detuning.

condition (5.29). Condition (5.29) can be written in the
explicit form as

VErdy + EdRT > 1,

where T is the duration of the interaction between the light
pulses and the atom, and the time delay ist < 7.

(5.29")
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In Ref. [159], the exact solutions were obtained for the
interaction between two laser pulses with a time delay 27 and
the three-level A-system when the pulses are at the exact
resonances with the 1 — 2 and 2 — 3 transitions. For t > 0,
where 7 is the time delay between pulses (see Fig. 19),1.e. when
the field & is switched on prior to &, the results are the same
as those in Ref. [144a]. In the case when 7 < 0, a simple
analytical solution was obtained such that the excited level
populations broke into oscillations. The oscillation frequency
depended on the effective areas of two pulses and on the time
delay 7 between them. After the interaction, i.e. asz — oo, the
atomic populations are

nm =0, m=sin’f, n3=cos’f, (5.30)
where
1> 1/2
[)’:EJ [0 + 3] % di (5.31)

Figure 19. Temporal distributions and time delays for £, and &.

The quantity f depends on the pulse intensity and the time
delay between them. For f = 2mn, the atom goes to the state
Y5, and for f = m(n + 1/2) it goes to the state ¥», i.e. we shall
observe oscillations of populations for the second and third
states depending on t. Since spontaneous decay was not
considered, solution (5.30) is valid only for T < ts,. There-
fore, in addition to (5.29) the condition T < ¢, has to be
satisfied for this effect to be examined experimentally. For
instance, if 7 < 10~ s, then £ > 10> W cm~!. Oscillations of
populations in the state V3 were experimentally revealed in
Ref. [145a]. However, thorough measurements are required
to check expression (5.30).

5.6 Scheme V

The scheme in Fig. 10c (the V-system) does not require a
separate consideration. The wave functions for the ‘atom of
the V-type in two fields which are close to resonances with the
1 — 2 and 1 — 3 transitions’ system are obtained from the
expression for @, (4.15) by reindexing 1 < 2 and by replacing
@) — —mj. Then, instead of (4.15) we have [160]

@y = Clexp [ —i(E) + A + 421)1]

1 . V31
exp(—iw 1)Uy + ———
( ) Ay — A3

Vs
7

X {Ul + exp(—iwat) U3}
)

(5.32

with the normalization factor C; being as

Vo V) }1/2
(=43

The quantities A; obey Eqn (4.14) in which all the above
replacements are made. Then (4.14) takes the form

cl= {1 " (5:33)

A0 4431 (0= As2)— (4 — A) |V = A V3P = 0, (5.34)

where 43, = E5 — E> + w1 — wy, and 4>y = E; — E| + wy.
In the case of the exact resonances, A, = A3 =0,
functions (5.32) can be written in the following form

@3 = ¥,cos0 — Pssinb, (5.35)
exp(+ils) .
Gy =—-—=[Wasinf £ ¥, + ¥3cos0], (5.36)
’ V2
where
i:z\/\dlz &+ i & (5.37)
h b
tgf = ‘d'z—gl . (5.38)
di;- &

Thus, most of the results obtained for the A-systems can easily
be extended to the V-systems. However, the coherence is
violated due to the radiative decay because for V-systems the
‘trapping’ state (5.35) is represented by a combination of two
atomic functions, which are at upper levels. As a consequence,
the so-called Zeno’s paradox can be explained through this
violation of coherence [162, 163].

6. Conclusions

This review is written for the attention of physicists who work
actively on the problem of the interaction between radiation
and an atom as well as those who are just now entering this
interesting and promising field. Over the whole review I have
striven to show that the study of ‘pure’ phenomena
(neglecting collisions, atomic motions, and other relaxation
phenomena) near the resonance transitions can be of
paramount importance for fundamental and applied pro-
blems. The recent advances in atomic ‘cooling’, and experi-
ments with a ‘gas’ of impurity atoms in solids at ultralow
temperatures open up possibilities for experiments, in which
the influence of relaxation processes can be neglected, and
thus to advance further on the path to new physical results.
The only relaxation which cannot be eliminated is the
radiative decay itself which will always be present in
experiments on the interaction between radiation and
matter. Because of this we have given considerable attention
to so-called ‘first-order processes with respect to a weak field’
since these processes govern decay and relaxation of wave
functions for ‘atoms in resonant intense fields’.

I also want to note that with the enormous growth of
information each year and with the high degree of specializa-
tion of scientists it is hard to keep track of all the relevant
publications. To write this review I, for example, have had to
associate a series of recent publications with results which
were obtained 15—20 years ago. In this connection I want to
thank all the participants of the traditional meeting in
Ashtarak on the subject of ‘The Resonance Interaction
between Laser Radiation and Matter’, who at different
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times since the 70th have taken part in discussions of the
issues I set forth in this review.

Unfortunately, many issues have not been covered in this
review. First of all, these are the issues in which a quantized
electromagnetic field must be used. As to the issues in which
the classical representation of a field can be used, we have not
considered: four-level systems in resonant fields; the ‘atom
plus field’ system in external constant fields; polarization
phenomena; transitions involving continuous spectra, ioniza-
tion processes, etc. I hope to cover this gap in a subsequent
paper.

A reach variety of new results have been obtained during
the past year in the microscopic nonlinear optics. I want to list
below the most essential achievements which can be a help for
readers in orienting themselves to the tendency toward the
advancement of this field of science.

(1) Experiments on resonance fluorescence are conducted
with participation of separate ions trapped and cooled down
to ultralow temperatures. In Ref. [164], the measurement
accuracy of order a few hertz was achieved by using
heterodyne spectral method. Classical and quantum (anti-
grouping) characteristics of resonance fluorescence were
separated and studied.

(2) Works on creation of one-atom laser have gained wide
acceptance. In a series of publications (see, for instance, Ref.
[165] and references cited therein) the results of experimental
and theoretical investigations in this field have been pre-
sented.

(3) The study along a fresh direction which came into
being at the interface between quantum optics and informa-
tion theory (quantum computers) is proceeding vigorously. A
particularly great amount of works was published recently
(see, for example, Ref. [166] and references cited therein).
Practically important results, which seem now to be illusive,
may be achieved in this field of research.

This review could not have been written without the help
of G Grigoryan and R Unayan, nor of V Nikogosyan and
E Pashayn whom I want to thank here.

This work was partially supported by the Board of
Education and Science of the Republic of Armenia within
the scope of the project N 96-772 and by the International
Soros Science and Education Program (Grant No. 170 e.p.).

7. Appendix

When considering the first-order processes in Sections 2.5, 2.6
we have neglected the upper-level decay, i.e. we have assumed
that the condition 2|d - £| > Al is satisfied. Therefore, the
results from Refs [40, 43a] should be considered in the limit
I' — 0 and o® > | before they can be compared with the
results from Sections 2.5, 2.6. At first we compare the
expressions for resonance fluorescence.
Using the formula
r

hmm = Tté(a)/ — (D) )

we obtain the expression for the spectral distribution of
resonance fluorescence from Ref. [40] for o> > I:

g(o) = %5(6{)/ - o) —&—gé(w/ — o)
50—t Q) + 55w —w— Q). (A1)

4 4

The first two terms in the above expression correspond to the
coherent and incoherent parts of the unshifted-in-frequency
(Rayleigh) scattering. In this limit the relevant emission
probabilities from [40] are exactly the same as those in
(2.56), (2.60) for the sudden activation of interaction. The
unshifted-in-frequency, common scattering is fully coherent
when the interaction is switched on adiabatically, as opposed
to the case of a sudden activation when it is fully incoherent
for «?> > 1 and its probability is equal to the sum of
probabilities from expressions (2.56), (2.60). This can be
understood from the fact that D;; = —D», and

1
@’ :ﬁ('{ll + Tz)

for o > 1. The next two terms in the expression (A.1) for the
spectral distribution over the side frequencies @ + Q and the
relevant expressions from Ref. [40] are exactly the same as
(2.61) and (2.62) for I — 0 and o?> > 1 (provided that the
spontaneous components are extracted, i.e. nge = 01is set). In
the resonance fluorescence a single side line appears on the left
or on the right from the strong resonant-field frequency
(0 =w—-Q for 4 >0, and o =w+ Q2 for 4 <0), when
the interaction is switched on adiabatically.

In a similar manner the results from Ref. [43a] can be
compared against expressions for the stimulated absorption
and emission processes for the system ‘atom plus resonance
field’ in Sections 2.4 and 2.5. For o> > 1, (2.61) and (2.62) are
followed by the expressions for the stimulated emission
(dW > 0) and stimulated absorption (dW < 0) at frequen-
cies w + Q, respectively:

+(0 F Q)

dWoro = 8mhicdo

|d- e |nwe sgn 4dO’. (A.2)

The expression (A.2) should be divided by « when the
interaction is switched on adiabatically.
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