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This paper presents an analysis of the Rabi oscillations of two-level atoms in the scattering-state
representation. A collision complex obtained from a pair of identical two-level atoms is coupled to
a field mode and it is found that there can be three distinct Rabi frequencies. These reduce to a sin-
gle Rabi frequency for a photon distribution that is sharply peaked around an average number
n>>1. One then finds that, in addition to the three frequency components in the off-diagonal ele-
ment of the atomic density matrix, there are two components that are symmetrically displaced
around the mode frequency at intervals of twice the Rabi frequency. They represent the collisional-
ly induced cooperative motion of the atoms. When various observable quantities are averaged over
the orientation of the complex, one obtains results that apply to many-atom systems in the binary
collision approximation. Collisional effects do not enter the above results as lifetimes due to the fact
that scattering states have precisely defined energies and correspond to entire particle histories. The
collision potential opens up new radiative coupling channels, which collectively represent spectral
line broadening. The collision potential and the radiative coupling combine to produce static and
quasistatic dipole moments for the complex. At the threshold for atomic population inversion, the
density matrix for the complex, as well as for an atom, becomes a constant multiple of the identity
matrix, demonstrating that the threshold of stimulated emission is also a critical point for collision-
al effects, within the approximations of this paper.
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I. INTRODUCTION

Popular theories of light propagation in many-body
systems may be roughly divided into two groups: semi-
classical theories and projection algebra of density-matrix
operators. In both types of approaches, one usually starts
a theoretical analysis with severely restrictive assump-
tions about relative strengths of radiative and nonradia-
tive couplings. The widely used semiclassical theory of
light propagation!? is valid, provided that there are no
significant nonradiative interactions among atoms, or in
the opposite limit, if nonradiative interactions, such as
collisions, are intense and rapid, as well as localized, so
that the incident field has no effect on individual events.
In this latter limit, collisions are taken into account by
means of finite linewidths. The most precise approach to
radiation fields plus an N-body system is to treat the en-
tire collection as one quantum system, with one wave
function for each distinct many-body state. The quantum
properties of its components, such as those of atoms and
molecules, or of radiation fields, may then be deduced by
means of appropriate projection operators. Various
density-matrix operator methods are based on this sys-
tematic reduction technique.?? These methods become
quite complex as soon as one tries to impose some sort of
self-consistency,* or to treat mutual influences between
the material system and the radiation field on equal
terms. Usually the physics becomes completely obscured
behind a complicated formalism.

With strongly interacting atoms and molecules which

42

spontaneously organize themselves into a crystalline or-
der, there is no alternative to some form of projection
algebra, either on density-matrix operators or directly on
wave functions. However, when such spontaneous organ-
ized behavior does not take place, for example, in gases,
it is possible to develop an intermediate approach in
which one identifies sufficiently small units which may be
considered as independent in the absence of radiation
fields. An independent unit may be a pair of colliding
atoms (“binary-collision approximation”), a triplet of mu-
tually scattering atoms, etc. These units may be de-
scribed by scattering states and referred to as collision
complexes. Collision complexes may then be directly
coupled to radiation fields in a dressed atom formalism.
Once the density matrix of a complex is determined as a
function of time, it can be partially traced over to yield
the density matrix for individual atoms. Thus, the pro-
posed method permits one to take into account
significant correlations arising from collisions while treat-
ing the coupling between the radiation field and the ma-
terial system rigorously. Earlier we applied the method
to a collisionally triggered coherence phenomenon in
atomic vapors® and to an alternative description of the
collisionally opened radiative channels.® In the present
paper, we apply the method to the problem of Rabi oscil-
lations in a simple model system.

One uses a dressed atom representation’ in the descrip-
tion of the interaction of a nearly resonant intense field
with an atom (well-known examples are the resonance
fluorescence and Rabi oscillations® of atoms). The num-
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ber of atomic states involved in radiative transitions in-
duced by an incident optical field is usually small. When
one associates these states with the number states of the
incident field quanta, the Hamiltonian of the system of
one atom plus many quanta becomes truncated in the
product Hilbert space, at least in some form of the
rotating-wave approximation. The determination of the
eigenvalues and eigenstates of the Hamiltonian is then re-
duced to the problem of the removal of degeneracies.
This extremely simple and direct method has provided an
efficient tool with which quantum properties of the sys-
tem of one atom plus many quanta have been investigated
rigorously.

Scattering states are well known from the early work
on the quantum theory of scattering.’ Let us consider a
pair of colliding atoms. One can solve the Schrodinger
equation for the collision process by describing the quan-
tum state of the pair by the scattering state correspond-
ing to a specified asymptotic state of the pair in the limit
of vanishing collision potential. If V is the localized col-
lision potential and H , represents the asymptotic Hamil-
tonian of the two atoms, then the scattering state corre-
sponding to an asymptotic state [} 4 is given by

lpy=aly),,
O=1+(E—H,—V+ie) 'V,

(1.1a)
(1.1b)

where E is the energy of the asymptotic state |1/) , and is
treated as a c-number parameter. The transformation
(1.1a) can be viewed as a canonical transformation when
there are no bound states of the two atoms induced by V,
or even if there are such bound states for an attractive V,
if they can be neglected with little effect on the dynamics
of the pair. This follows from a fundamental theorem '
which states that, to every solution 3, of the Schrodinger
equation

., 0

zﬁaw,—(HAﬁLV)zﬁ, (1.2a)
which is orthogonal to all bound states, there corre-
sponds a unique solution of the particle Schrodinger
equation

., 0

zﬁ-§¢,=HA¢, , (1.2b)
such that the norm obeys

lim ||y, —¢,]|=0. (1.2¢)

t—

Conversely, to every solution of (1.2b), there corresponds
exactly one solution of (1.2a) such that (1.2¢) holds. The
asymptotic pair states can therefore be put into one-to-
one correspondence with the scattering states in the ab-
sence of bound states. In fact, the operator () satisfies the
relations!!

afa=1,

B
where |{3)’s are the bound states of H ,+ V. Thus, Q is
actually a unitary operator and (1.1a) is a unitary trans-

(1.3a)
(1.3b)
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formation if there are no bound states. Once a collision
potential is specified, (1.1a) gives the state of the pair
parametrized by its energy.

The dressed atom formalism can be directly applied to
the scattering states generated by the transformation
(1.1a). This has several advantages. First, by coupling
the scattering states directly with the appropriate number
states of the radiation field and solving for the dressed
states of the complex, one takes into account the effect of
the field on the collision complex, hence, on the collision-
al process, in a direct and physically transparent way. A
collision event is no longer an irreducible event as in the
semiclassical theories. The new formalism reflects the
fact that a collision event is influenced by the radiation
field. Second, the effect of the collisional process on the
radiative coupling is also taken into account in a direct
way. Specifically, collisionally triggered cooperative
effects, as well as collisional broadening, are exhibited in
a unified formalism. Of course, the degree of accuracy to
which the mutual influences between the collisional and
radiative processes are taken into account in a many-
body system depends on the number of atoms in the com-
plex and on the approximations made in order to solve
the effective Hamiltonian when particular photon-
number states are associated with the atomic states. If
the collision complex has two atoms, that is, if 2N atoms
of a gas are paired into N collision complexes, the results
are accurate in the binary-collision approximation. One
can systematically increase the number of atoms in the
complex. For example, a two-atom complex may be
paired with another atom to obtain a three-atom com-
plex. In the second pairing, the scattering states of the
two-atom complex are treated as if they were the asymp-
totic states with respect to the scattering states of the
three-atom complex. Calculations with three-atom com-
plexes take into account three-body correlations as well
as two-body correlations. This procedure may be repeat-
ed to obtain larger complexes for more accuracy in calcu-
lations of many-body effects. It is seen that our method
of approach to radiative interactions in many-body sys-
tems is inductive, in contrast to projection algebra
methods, which are didactic.

In this paper our main purpose is to illustrate the new
method. Consistent with this purpose, we chose the
well-known Rabi oscillations of two-level atoms for
analysis. However, we also obtain new results. In sum-
mary these are the following: (a) For the complex of a
pair of two-level atoms, there is more than one Rabi fre-
quency. These frequencies are determined by a cubic
equation. (b) At high field intensities, one recovers a sin-
gle Rabi frequency, but there are still collisionally in-
duced cooperative effects. For example, the off-diagonal
element of the atomic density matrix has four frequency
satellites which are symmetrically displaced from the
mode frequency, two by an amount equal to the Rabi fre-
quency and two by twice the Rabi frequency. The latter
are induced by the collisional process. (c) Under the
influence of the fundamental mode, static or quasistatic
dipole moments of the collision complex can be pro-
duced. These moments are associated with degenerate
states of the complex. (d) Within the approximations of
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Sec. III, the threshold for atomic population inversion is
a critical point not only for radiative transitions, but also
for collisional effects. At this threshold, the collisional
effects vanish and the density matrix for the complex, as
well as the reduced density matrix for the atoms, becomes
a multiple of the identity matrix, independent of time.

In Sec. II, we demonstrate the formation of a collision
complex from a pair of indistinguishable two-level atoms.
We use the straightline trajectory approximation. The
dipole moment operator of the complex in the
scattering-state representation exhibits new radiative cou-
pling channels which are induced by V. The coupling
coefficients between the complex and the radiation field
become dependent on energy as well as on V. We couple
the complex to a single field mode (occasionally referred
to as the fundamental mode in this paper), and assume
that the mode frequency is sufficiently close to the atomic
resonance frequency so that the rotating-wave approxi-
mation can be made. The diagonalization of this simple
Hamiltonian with the aid of dressed states yields a biqua-
dratic equation for the energy eigenvalues. One solution
corresponds to an unshifted energy level of the complex.
The remaining cubic equation yields three distinct Rabi
frequencies. These solutions are quite sensitive to the de-
tuning between the mode frequency and the atomic reso-
nance frequency and to the number of the quanta in the
mode. The exact solutions of the eigenstates and eigenen-
ergies permit the determination of the time-dependent
density matrix for the complex plus the field once the ini-
tial conditions are specified. We discuss these initial con-
ditions, assuming that they are specified in the asymptot-
ic limit.

In Sec. III, we consider the case where the number of
the field quanta is sharply peaked around an average
number which is much larger than one. The collisionally
split Rabi frequencies merge together and yield one Rabi
frequency, which is still modified by V through the cou-
pling coefficient. Some collisionally induced cooperative
effects appear at twice this Rabi frequency. With a fur-
ther simplification of the initial conditions in the
scattering-state representation, the elements of the time-
dependent density matrix for the complex are explicitly
displayed. In the following, we refer to the frequency
components of the diagonal elements of density matrices
as the Rabi spectrum, to those of the off-diagonal ele-
ments as the Mollow spectrum. The Rabi spectrum of
the complex for a sharply peaked distribution of photon
numbers has five components at 0, &', and £2£’, where
&’ is the Rabi frequency. The Mollow spectrum of the
complex has frequency components at 0, &', +2&', w,
otf, 02, 2w, 20+E’, and 20+2¢’. The same spectra
are found for the atomic density matrix, which is ob-
tained by partially tracing over the density matrix of the
complex. The vanishing of the detuning from the atomic
resonance and/or the limit of infinite average number of
quanta in the mode define the strong-coupling limit. In
this limit, the amplitudes of many of the above frequency
components vanish. For example, the Mollow spectrum
of an atom reduces to just five components at w, o*§&’,
and w*2£’. In comparison, the standard near-resonant
Mollow spectrum has just the components at o and

wt&’. Thus, the components at w+2£’ represent the col-
lisionally induced cooperation between the two atoms in
the complex. They vanish when ¥=0. The components
of the Mollow spectrum of the complex at 0, +£’, and
+2£’ represent the static and quasistatic polarizations of
the complex. Under the combined action of the field and
the collision potential, a complex acts as if it were an in-
dependent permanent dipole. As discussed further in
Sec. V, small static electric fields can align such dipoles in
large domains. The density matrix of the complex, as
well as the atomic density matrix, becomes a constant
multiple of the identity matrix at the threshold for the in-
version of the atomic population. Collisional effects van-
ish. This indicates that the threshold for atomic popula-
tion inversion is a critical point for both radiative and
collisional processes.

It should be emphasized that the collisional effects do
not appear as energy uncertainties or lifetimes in the
above results. This is due to a different perspective of
collisions in the scattering-state representation, as dis-
cussed in Sec. IV. Normally, collisions are viewed in the
time domain, where an atom rushes from one collision
event to another, which leads to uncertainties in atomic
energy levels and hence to spectral line broadening. By
contrast, scattering states have precisely defined energies
and therefore each scattering state defines an entire parti-
cle history. In this picture, radiative transitions corre-
spond to hopping from one particular history to another.
The collision potential opens up many new radiative cou-
pling channels. These collectively describe spectral line
broadening. The collision potential ¥ also modifies the
magnitude of the Rabi frequency (or frequencies). In Sec.
IV we also discuss the binary-collision approximation.
When the results of Sec. III are properly averaged over
the orientation of the complex, one obtains expressions
which are valid for many-atom systems in the binary-
collision approximation. Section V gives a few conclud-
ing remarks.

A final remark of this introduction concerns the
neglect of the bound states that permits the treatment of
the transformations induced by  as unitary transforma-
tions. This means that our method can be applied to
gases of atoms (or molecules) if there are no chemical
phase transitions. Temperatures, pressures, as well as the
type of atoms, must be such that no chemical transforma-
tions must take place, and that chemical species must
preserve their identity.

II. A SIMPLIFIED HAMILTONIAN
AND ITS SOLUTION

In this section we consider a simple collision complex
consisting of a pair of identical two-level atoms in a
single-mode radiation field and obtain the density ma-
trices for the pair and the individual atoms. We further
simplify the general Hamiltonian in the scattering-state
representation by assuming that momenta exchanged
during collisions, as well as recoil momenta associated
with radiative transitions, are negligible. Thus, the atoms
of the complex preserve their center-of-mass (c.m.) mo-
menta throughout various transitions. This is equivalent
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to the straightline trajectory approximation used in many
semiclassical theories. It restricts the validity of the re-
sults to long-range collisions.

Since the atoms of the complex are identical, the
asymptotic states are either symmetric or antisymmetric
with respect to the interchange of the atoms. Symmetric
operators like the collision potential and the dipole
operator of the complex do not couple symmetric states
to antisymmetric ones. All possible states of the complex
are therefore either symmetric or antisymmetric, with no
mixing between the states of different parity. In the fol-
lowing we assume that the states of the complex are sym-
metric.

For two identical two-level atoms, there are four
asymptotic states. They can be written as

1
|0>A=7—2—(IO;p1>a®|0;pz>b+10;p1>b®|0;pz>a>
(2.1a)
1
|1>AZ‘/—E(|0;p1>a®|1;p2>b+|0;p])b®‘1;P2>a)
(2.1b)
1
(2.1¢)
1
}3>A=—7(|1;p1)a®|1;p2>b+|,1;p1),,®!1;p2),,)
(2.1d)
Here, the state vectors |a;p; ), , (@=0,1;i=1,2) refer to

the individual atomic states. a designates the internal
atomic state, p; the c.m. momentum. a,b label the atoms.
a=0 is the ground state, =1 is the excited state. One
should interpret the meaning of, for example, |0;p, ), as

1

— e

OL

10,p), —( 4,;X,10;p,) = PXay(A,), (2.2

where 4, , refers to the sets of the internal variables of
the atoms a and b, and X, , to the c.m. coordinates. ¥ is
the wave function for the internal ground state. Under
the straightline trajectory approximation, p; and p, are
constant parameters without dynamical significance. It is
therefore entirely sufficient to label these asymptotic
states by |u) 4 (1=0,1,2,3). They are the eigenstates of
the asymptotic Hamiltonian H , and are orthonormal:
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where
#p; | #p>
§=2E,+ + R .
0 0 m om (2 30)
el #'p} _ #°p}
E{=ES=E,+E,+ m + o (2.3d)
#'p; | #'p;
E{=2E,+—+ 3
$=2E, om om (2.3e)

Here E and E, are the energies and the atomic ground
and excited states, respectively. The scattering states cor-
responding to (2.1) are given by

lw)=[1+(E,—H,—V+ie) 'Vlp), , (2.4a)

which are the eigenstates of H ,+V with the same
eigenenergies as in (2.3c)-(2.3e):

(Hy+V)u)=E;|u) . (2.4b)

Next, let us consider the dipole moment operator for
the complex and the coupling coefficients to the field.
For any operator @ which is specified in the space of the
asymptotic states, the matrix elements in the scattering-
state representation are obtained from the transformation
induced by ():

(plolw)='3 Q, (E

Ky

</.L1|@|[L2) szy ) ’

(2.5a)
where

A )= ((WIQUE ) 4=Q,.,(E,) . (2.5b)

Some mathematical care needs to be exercised in the eval-
uation of the diagonal matrix elements and the matrix
elements between degenerate states. Gell-Mann and
Goldberger!' have shown that in the limit € —0,

ET%)A<y|u)=3iLnOQW(E#)=1 . (2.6)
Furthermore, the limit e —0 must be accompanied by the
limit L — oo, where Vo =L*=the quantization volume,
for consistent physical interpretation. If two distinct

states |u) and |u’) have the same energy E,=E,, then
the Gell-Mann-Goldberger limiting procedure yields
lim Q. (E,)=0. (2.7)
e—0

H,lu),=ES|n), , (2.3a) Thus, for the asymptotic states in (2.1), the diagonal ma-

# trix elements of the operator () are 1, and some of its oth-
Aulu') 4 =8, (2.3b) er matrix elements are given by

|

le(Eg)zﬂﬂ(Ei): (2.8a)
Qo (ES)=Qy(E =%[ (0@, (ONQUE, +E)(|0),]1),)+(,{0|®,{0QUE, +E,)(|1),8[0),)] (2.8b)
Q3(ES)=Q5,(E$) =1[(,(1]l®, (1)QUE, +E)(1),8]0),)+(,{1|®,{1)QUE,+E)(]0),[1),)], (2.8¢)
Qy(Ef)=1, <1l®,,(1ln 2E)0),2]0), , (2.8d)
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where product state vectors at the right-hand side refer
only to the internal states of the atoms. Other matrix ele-
ments such as Q,y(E§), Q,3(EY), etc., may be obtained
from (2.8b)-(2.8d) by appropriate interchanges of the ket
and bra vectors and by inserting the appropriate energy
arguments for the operator (). Note that the reason for
the appearance of just the internal states and internal en-
ergies on the right-hand side of (2.8b)-(2.8d) is the
straightline trajectory approximation. In this approxima-
tion, ¥V has no effect on the c.m. states. When one factor-
izes the atomic internal states and the c.m. states, e.g.,

|a;pi)a:|a)a®1pi>a ’

and uses (p;|p,) =3,;, the translational energy parts are
canceled in the energy arguments of () and one is left
with only the internal states and internal energies.

For a pair of atoms, the dipole moment density and its
Fourier transform are given by

D(r)= 3 8(r—X;)d,, (2.92)
j=ab
ik- _ ik-X _

Jdre* D=3 ¢ d;=Dk), (2.9b)

j=ab

where d; is the electric dipole moment operator of the jth
atom. The indistinguishability of the atoms and the
neglect of radiative recoil permit one to simplify (2.9b).
Let x=(X,+X,)/2 and x'=X,—X,. Then
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D(k)=2de**cos(k-x'/2)~2d , (2.10)

where, for pair separations which are much less than the
wavelength of the mode, we set cos(k-x'/2) equal to 1.
Furthermore, in the calculations the exponential factor
exp(ik-x) always appears with the exponential factors
exp(ip;*x). As long as the atomic c.m. momenta are
much larger than the photon momentum, one can replace
exp(ik-x) by 1. With these approximations, 2 is reduced
to (2d). In the space of the asymptotic states, the matrix
elements of D are given by

A(#|D|ﬂI)A=%A<a1a2'$|a’1a,2>,4 , (2.11)

where (a;a,) and (aja;) are the internal states corre-
sponding to u and ', taken in the same order as in the
first terms of (2.1a)-(2.1d). Using (2.10), the nonvanish-
ing matrix elements are

L{olD|1) ,= ,(0ID|2) ,= ,(1|DI|3)

= ,(2ID[3) ,=d,, (2.12)

and their Hermitian conjugates. The subscripts on d
refer to the atomic internal states. For a two-level atom,
only dy, and d,,=dg, are nonzero. The matrix elements
of D in the scattering-state representation are obtained
from (2.5a) and (2.12):

(uIDIu) = doi [ QL ES)Q A E g )+ Qi (E )y EG )+ Qb (E ), (Ef )+ 03,(E ), (ES )]

+d5 [ QI(EL Qo (Ef )+ Q5 (E Qg (Ef )+ Q3 (EL)Q (EL)+Q5,(EL)Q, (EL)] .

(2.13)

Finally, the coupling coefficients to a radiation mode can be written as

172

210 le Dl

VoL

'

(2.14a)

where o is the frequency of the mode, € is its polarization vector. One can show from (2.8) and (2.13) that g, obeys
the symmetry relations

801802 813=823 - (2.14b)

The fact that the collisional process opens up new radiative coupling channels can be seen from (2.13). For example,
the dipole matrix element {0|D|3) is nonzero and arises entirely from the collision potential. It couples the complex to
radiation modes which are at twice the atomic transition frequency. This coupling describes the cooperation of the
atoms through the collisional process in that individual photons absorbed or emitted in this channel are shared by the
two atoms. Such cooperative effects can cause second harmonic generation in atomic vapors.’

In the scattering-state representation the general form of the Hamiltonian is®

H= 3  Eipap, |@1p1@2p,0 ) (@ 1p1aapa0 | — 3 fieoaai
a;,py, @y, Py 0 Ak
+ | > ngaz;a;a;(plpz;pipé;k)lalplazpza><a'1p’1a£p'zalau +H.c. (2.15a)

’ ’ ’ ’
0;a),P |, @), Py @), P-4y, Py M K
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Here E,  o.p, is the energy of the complex. o designates
the symmetry (o = + 1) or the antisymmetry (0 = —1) of

the pair of the atoms with respect to the interchange of
the atoms. a;, and a;k are the field operators for the
mode (Ak). g% is the coupling coefficient in the
scattering-state representation given by

ok Ct !
8 o, P1P2 P1P2)
quﬁw)\‘k 1/2 ~ ’ ’ ’ ’
= 77 (a;p1a;p0 € D(K)|apiaspio )
oL

(2.15b)

In the present paper we will work with a simplified ver-
sion of this Hamiltonian by omitting all field modes ex-
cept one, with frequency w, which we will refer to as the
fundamental mode, and by making the rotating-wave ap-
proximation with respect to this fundamental mode. Un-
der the assumption that momenta exchanged in col-
lisions, as well as radiative recoil momenta, are negligible,
we may use the compact notation of (2.1)-(2.4) and our
working Hamiltonian becomes

H=3 E.|u){p|+tova'a
I

+[i#i( g,011) €0l +g,012) (0] +g5,13) (1]
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the fundamental mode. Even though (2.16) omits the
cooperative effects associated with second harmonic gen-
eration, the density matrix of the complex may have fre-
quency components which oscillate at 20 due to two-
photon transitions.

The eigenvalues and eigenstates of the Hamiltonian in
(2.16) can be obtained by writing an arbitrary state |¢) as
a linear superposition of the states of the complex and the
radiation field in the form

[y, Y =1l0)&|n +2)+1,[1)&|n +1)
+hLI2)en+1)+L13)®|n)

521#1p>®|n +m“> , (2.17a)
I

where |n ) designates the radiation state with n quanta
(n=0)and

2 for u=0,
m,=11 forp=1,2, (2.17b)
0 for u=3.

When H operates on |4, ), the resulting state vector

remains within the subspace defined by the basis vectors
in (2.17a). From

+g43,13)(2))a +H.c.], (2.16) H\y,)=ElY,) (2.18a)
where a and ¢ are destruction and creation operators for  one finds that
1
ES+(n+2fw —ikglVn+2 —ifighVn +2 0 I Iy
ifig oVn+2 ES+(n+1Do 0 —ifighVn+1| |1, [
ifig,oV'n +2 0 ES+(n+ Do —ifghVati||L| ElL |- (2.18b)
0 ifigyVn+1  ifig;Vn+1 E§+ntw I I3

The eigenvalue problem for H is thus reduced to the diagonalization of a 4 X4 Hermitian matrix. With the definitions

E=#+E{+(n+ 1o,
#AA=E{—E{—fo ,

one finds the eigenvalue equation

E—[2(n +2)]lg o2 +2(n +1)gy, 2+ A21E2+2A (1 +2)|g 1> —(n +1)[g5, |7 ]€=0 .

Let us designate the roots of (2.20) by £,,, where
A=0,1,2,3. The overall £ factor gives a root that is zero.
Let this root be §,;. The remaining three roots are the
solutions of a cubic equation. Define the quantity

3 2

w, =u, v, , (2.21a)
where
u, =L1[A*+2(n +2)|g o> +2(n +1)|g5, 1°1, (2.21b)
v, =A[(n +2)|g 12— (n +1)lgy 7] . (2.21¢)

Since the matrix in (2.18b) is Hermitian, w, > 0, the cubic

(2.19a)
(2.19b)

(2.20)

[
equation is irreducible and there are three real roots:!?

n

€n0=2V u,cos , (2.22a)
_ 77—(;[)"

&= —2V u,cos 3 ] , (2.22b)
— T+¢,

§n2— "2‘\/’1"005 3¢ ) (2220)
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¢,=tan"! (2.22d)

Let [,;, represent the components of the eigenvector cor-
responding to §,,. Define

NnAZ[ [gn}\(gnl-A)_z(n +1)‘g31 |2]2
+2(n +2)&,,—A)P|g ol

+4(n +1)(n +2)|g,0gs 12}12 . (2.23a)
Then
lnm=7\,1‘[§nh(€nrm—z(n +1)lgy 121,  (2.23b)
nk
In)xl:ln}»Z:Fl‘—\/n +2(§,,}L_A)g10 ’ (2.23¢)
ni
Li=— Viin+1)(n+2)g083; - (2.23d)

ni

These eigenvectors are complete as well as orthonormal:

2 Ldien=08w (2.24a)
u
% Lo =8 - (2.24b)
In summary, the eigenstates of H are given by
19,0 = 3 Laglwde®ln+m,) (2.25a)
I
H{Y,3) =E, ;3 [¢)
=[#E,  HES+(n + Do]ly,,) . (2.25b)

An arbitrary state of the collision complex plus the radia-
tion field can be written as

© 3
W)= 3 3 calt) - (2.26a)

n=0i=0

If the state of the total system at time t=0 is given by a
state like (2.26a), then the state at time ¢ is given by

J

pnk;n'k'(0)=<¢nk|p(o)]¢n‘)\'): 2 In*}\yln’k’y’<n +m;¢|®(l‘|P(0)i‘u’)® |n’+my’) .
ap

Factoring the density matrix as

p(0)=p(0)®p"(0) , (2.29a)

where p°(0) is the density matrix operator for the complex
and p”(0) is for the field, one finds

(n+m,leulpOlp)eln'+m,)

={plp O} s nrtm (0),  (2.29b)
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—iE,,1/%

lg(e)y=e " H/ Ay =3 c e [¥,,) . (2.26b)
n,A

The corresponding density-matrix operator is given by

p()= (1)) (¢(2)]

— * -
= 3 Cmlhe
nA,n’ A

H(E,, —E, o)t /%

1¢nk><¢n’}x’| .

(2.26¢)

If at time =0 the system can be described only by a mix-
ture of states, for example, by the density-matrix operator
p(0),

p(0)= kz, A,hpnk),o,,k,,W(O)(111,,1.! , (2.27a)
then o

p= 3 e I 01

= 3 ¥na 2 Pmiwa (O (2.27b)

Clearly, the specification of either the initial-state ampli-
tudes c,, in (2.26a) or the initial density-matrix elements
Pur:na(0) in (2.27a) is equivalent to a complete solution
for the dynamics of the system. Since (2.27) includes
(2.26) as a special case, let us concentrate on the density
matrices.

We postulate that the initial (boundary) conditions are
specified in the asymptotic limit and for individual atoms.
We also assume that, at t=0, the density matrix of the to-
tal system can be factored into an outer product of the
density matrix for the complex and the density matrix for
the field. These assumptions correspond to a physical
picture in which the radiation field and the collision po-
tential are turned on simultaneously on t=0. We there-
fore need to relate p,;.,(0) to the asymptotic states of
the complex at t=0 and determine the general connec-
tion formulas between the density matrix of the complex
and the density matrix of the individual atoms. From
(2.25a),

(2.28)

[
pnl;n')\'(o): 2

TN
X QL AES (00,0 AES )
(2.29¢)

*
lnkpln'k‘y'ng +mu,n'+m#.(0)

where p,45(0) denotes ,{ulp0)|u') . To compute

plf,f'(O), we note that Egs. (2.1) can be summarized as

)= 3 (2.30)

apipani,

Chiiay, 1O5P; ) a® ‘%)Piz Yo -
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Since both the collision potential and the radiation field
are turned on at t=0, it is reasonable to assume that
p“€0) may be further factored into the atomic density
matrices for the two atoms of the complex:

piac(0)= 4 ulpd(0)@p5(0)|u') 4 . (2.31)

Substituting (2.30) into (2.31), we obtain p,4(0) in terms
of the elements of the atomic density matrix p*(0):

J

0 -0 =1 =1 —_ 2 — 2 =3 =3 —
COI;OZ _COZ;Ol _COI;IZ _C12;01 ~C11;02 —C02;1l _C11;12 —C12;11 -
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A — * _at
pmf’(o)_ 2 (C!clt]il;otzi2 ) pz;li];a']i'l (0)
ap,iy,ay,i,
ay,iy,ayiy

><pat (O)C‘Ll.l.a i (2.32)

ayiyiayiy ajifiayiy
Note that all of the nonvanishing C%;.,;’s are equal to
1/V'2:

1

V5 (2.33)

Suppose that p*'(0) is diagonal and that the occupation probabilities of the atomic states are given by

p(azti;a’i’(o)=8aa’6ii'fa(pi) ’

(2.34)

where f,(p;) is the conditional probability that the internal state of the atom is « if the atom is in the c.m. momentum
state p;. Because each atom is either in the ground state or the excited state,

Solp)+f1(p)=1.

(2.35)

Substituting (2.34) into (2.32), one finds that the off-diagonal elements of p“° vanish and the diagonal elements are given

by
P36 (0)=Ffo(p1)fo(py)
P 0)=fo(p)f1(P2)
P (0)=fo(p)f1(P1)
p0)=F1(p)f1(py) -

(2.36a)
(2.36b)
(2.36¢)
(2.36d)

When these initial conditions are transformed into the scattering-state representation, one obtains the initial density
matrix in the scattering-state representation, which we designate by F:

— T c c
Fye= z QB L py(0)Q (E )
i

= folpy )fo(Pz)QLO(EZ )Qop'(Eff )+ folpy )fl(Pz)QL(EZ )Qly'(Eft )

+f0(p2)f1(p1)92;2(E; )Qzlu'(E;')+f1(p1)f1(p2)92;3(E; )03#'(E;') .

(2.37)

The time-dependent density matrices for the complex and the individual atoms are obtained by tracing over the states
of the field mode. From (2.27b) and (2.37), one finds for the density matrix of the complex in the scattering-state repre-

sentation

p/cm'(t): 2

n,n’,A,k',y",u“’

8(n +m“,n'+mp.

Tracing over the states of one of the atoms in (2.38) and
transforming back to the space of asymptotic states, one
finds the time-dependent atomic density matrix:

p?zti;a’i’(t): 2 Cﬁi;a“t"p:;f’(t)(Cg:i’;a"t“ )* > (2.39a)
mwp'a i
where
plfjl(t)= 2 QW,,(E;,' )pzuum(t).Q;'#m(E;m) . (2.39b)
whu'

It is seen from (2.38), (2.25b), and (2.22) that the origi-
nal energy levels are split into four components. One
component is unshifted and corresponds to £,;=0. The
other three components have distinct shifts in the most
general case, represented by &, §,, and &,,. This means

e —u[§";\——§".}\.—(mp—m#. Jw] ¥

Pn +m“”,n'+ m“,,.(O)lnAul:ky"F,LL"y"’In'A’y"‘I:'A'y' . (2.38)

I

that, in principle, there are three distinct Rabi frequen-
cies. This is surprising in view of the conventional three-
peak Mollow spectrum,®!> where each of the energy lev-
els is split into two components and the shifts which are
determined by a single Rabi frequency are symmetric
with respect to the original level. Clearly, the additional
levels and the corresponding Rabi frequencies in the
present analysis arise from the collision-induced coopera-
tion between the two atoms. The signs and magnitudes
of £€,0, £,1» and &,, are quite sensitive to the detuning
from the atomic resonance and to the intensity of the
field. The phase angle ¢, in (2.22d) approaches —m/2
for A—0 and/or n— . This causes §,;—§&,;=0 and
&,,— —§&,0, producing two symmetric levels around the
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unshifted level, and recovering something similar to the
standard Mollow spectrum. The intense field case will be
discussed in more detail in the next section. Both v, and
u, are sensitive to A. However, v, should be relatively
insensitive to the field intensity since, on the basis of sym-
metry, one would expect g,, and g3, either to have the
same magnitudes or to differ very little. If we let

dio=do, Vip00(0)=—VT100(0) , (2.40)
then to first order in ¥ and in the limit e—0:
172
27w Vi1,0000) 2
= edy |1— o [+0(V?),
80~ 15y | S \'T 28, 28, Vo
(2.41a)
172
27w V11,0000 2
= & +——2 | +0 (V)
817 |, | Yo' 2E, 22E, Vo)
(2.41b)
831 =810=8 - (2.41c)

Here %V is the Fourier transform of ¥V with respect to
atomic separations®

=3 —

%
Aa Ay OL

J dRe™Ryt (4,095 (4,)

)
a ay;aa,

XV(A, Ay;R)
XUy (A, (4,) . (2.42)
1

In (2.42), A,, refers to the internal variables of the
atoms, R is the atomic separation X, —X,, ¥,’s are the
asymptotic atomic states. When (2.41c) is used in (2.21b)
and (2.21c), v, and u, become

(2.43a)
(2.43b)

u,=v=Algl?,
u, =1[A*+(4n +6)|gl*] .

v is completely independent of the intensity. Whatever
the intensity is, ¢, approaches — /2 as one approaches
the atomic resonance, and one obtains a single Rabi fre-
quency. Clearly, any possibility for the observation of
the multiple Rabi frequencies lies with large detunings
from the atomic frequency and with extremely low inten-
sities. These requirements can make experimental obser-
vation extremely difficult. Nevertheless, it may be possi-
ble to inject a few Rydberg atoms into high-Q cavities'*
or into optical traps!® and to look for the collisionally
split Rabi frequencies, for example, in the free-induction
decays of atoms or in the spectrum of scattered light.

The appearance of just one angle variable in (2.41a)
and (2.41b) may be surprising at first glance, since there
are two atoms in the complex. However, we assumed
that the two atoms of the complex are distinguishable. If
the internal d,; were to point in different directions for
each atom, then the atoms would be distinguishable. Of
course, one can still use the symmetric and antisymmetric
combinations of asymptotic atomic states for distinguish-
able atoms. For the symmetric combinations, one then
has the replacement

1577

€'d10—’%€'(d(1‘6)+d(13))

in (2.41a) and (2.41b) when the atoms a and b are distin-
guishable. Formulas for distinguishable atoms are more
cumbersome than those for indistinguishable atoms and
will not be pursued here.

III. INTENSE FIELD

In this section we discuss the case in which the average
number of quanta in the mode 77 >>1 and the distribution
of n’s is sharply peaked in the vicinity of 7 (for example,
when the mode is in a coherent state). By the word “in-
tense” in the heading of this section, we simply mean that
n >>1, even though this may, in practical terms, mean a
relatively weak optical field. When the field is intense in
this sense, one recovers the familiar features of the Rabi
oscillations in the two-level atom model. The collisional-
ly split distinct Rabi frequencies discussed in Sec. II col-
lapse into a single Rabi frequency, which has the familiar
form. Nevertheless, there are still collisionally induced
cooperative effects which appear as oscillations at the
second harmonic of the Rabi frequency. The
simplifications induced by the intense field assumption, as
well as some further reasonable approximations, permit
one to display explicit expressions for the density ma-
trices. These expressions show an interesting effect aris-
ing from a particular set of initial conditions. If the ini-
tial conditions correspond to the threshold for the inver-
sion of the atomic population, then the collisional effects
vanish and the density matrices remain constant and pro-
portional to the unit matrix. It follows that the threshold
for stimulated emission is a critical point for collisional,
as well as for radiative, cooperative effects.

Using (2.41c), replacing n’s by 7 and ignoring 1’s and
2’s in (2.20), one obtains the simplified eigenvalue equa-
tion

£ — (A +4mlglHE?=0 . (3.1a)
The eigenvalues are

Eo 1 =t(A2+47g|) 2=+, (3.1b)

£§,,=0. (3.1¢c)

It is clear from (2.41) and (3.1b) that the quantity £’ is the
generalized Rabi frequency for an atom in a coherent
field mode.® If 6 is the angle between the polarization
vector and the bare atomic dipole moment

@'d‘(): |d10|C059 ’ (3.23)
then £’ can be written as
E=|Al(1+&%o0s%0)!7? (3.2b)
where
4 Q;
§2=A—'; g(0=0)|2;-A§ (3.2¢)

is the square of the ratio of the standard Rabi frequency
to detuning. It is also seen from (2.41) that the collision
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potential ¥ modifies the magnitude and the phase of the
atomic dipole moment.
The eigenvectors corresponding to +£’ are

EZ-I_A B /___A
28 28
ég\/i,% gL,g‘/E
b=|5 | b= e (3.3a)
— 8 2n - 27
£ £t
+A "+A
28 26

The other eigenvectors corresponding to degenerate
&,3;=0 may be chosen to be orthogonal to the vectors in
(3.3a) as well as to each other:

. _ gered second-harmonic generation. > However, in the
— —ITg*\/2ﬁ present paper our focus is on Rabi oscillations, and this
§ 0 approximation considerably simplifies the final results.
A L With respect to a single complex, it preserves the essen-
) V2 tial features of the cooperative effects in that the density-
L= A , L= 1 (3.3b)  matrix elements have the same number of frequency com-
£ V> vz ponents as when the off-diagonal matrix elements of F are
) L not omitted.
- -l-g*\/2ﬁ 0 From (2.38), (3.3), and (3.4), one finds that the elements
3 of p“(¢) in the intense field approximation are given by
1
pio(t) = v [(3E" 4428 2A2+3AY F oy + (&' 2= AX)NE 2+ 3A2)F |+ Fpy )+ 3(& 2 — A2)?F 5]
’2 2 ’2 2,2
— A —_
y &40 T L€ 24 A)F gy — AXF,, + Fyy)— (&' 2= AV)F,, JoosE't + i%g,—f}—)(Foo—F“ —Fy+Fy)cos2E't
(3.6a)
piit)= sgl"‘ [(£2—AY)(E 430N F oo+ (£ 2= AP +2& *+2A%(F) +Fyy)+ (&7 — A*)(§' 2+ 3A%)Fy;3 )
2 A g2 A2 122
+ Az(Fll—F22)+ At 4A )(_F00+F11+F22‘F33)+L¥(F11_F22) cos§'t
28 28 28
gl 2__A2y2
+4 8§’? ) (=Fp+Fy +Fy —Fj;)cos28't (3.6b)
P5t)Y=pS(t;F |, <Fy), (3.6¢)
P53(1) = 8; T[3(E 2= A2V Fo (& 2 — AP)E P+ 3A%)(F | +Fyy)+ (38 4428 2A%+3A%)F 53]
12 A2
+1L2§71A~’[ —(&'2—=AYFoy—AXF, +Fy)+ (& 2+ AY)F;]cosé't
12 A2)2
-FL&(FOO—F”—F22+F33 )cos2&'t (3.6d)

ge 4
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These vectors form an orthonormal set.

Before we use the preceding eigenvectors in (2.38) to
obtain the time-dependent density matrix of the complex,
we simplify (2.38) by taking only the diagonal elements of
the matrix F of the initial conditions. To order V%, F,,, is
given by

F=8,0fo(P)fo(P2)+8,1f0(p1)f 1 (py)
+6u2f0(P2)f1(P1)+5y3f1(P1)f1(P2)+0(VZ) .
(3.4)

If the conditional probabilities are independent of p;,
then

szf%, Fy=Fyu=fofr F33:f%‘

The neglected off-diagonal elements of F are of the order
of V; they play the primary role in the collisionally trig-

(3.5)
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_ig*\/;eiwt
4§I4

po( 1)~ [

{—A(E'2+3AY)F o — A(E'2=3A%)(F, +Fy,) +3A(8 2= AYF,,

e (& —ANE PHE PA+2A%)Fy,

A —ANE +2A)F +Fy)+H(E 2= A2)(E —2A)F;;]
+e S E+HANE P —EA+20Y)F oy +A(E' —2ANE +ANF | +Fpp)— (& 2= A2)(E'+2A)F ;]
+LE = A(E+A)e?E " —(&'—A)e " HE)(Foy—F,, —Fy, + Fs3)

+E2A+H(E —A)e T HE = (& +A)e S (F\ —Fp)}

P )=p4i(t;F 1 «<>Fp,)

2iwty 12 __ A2
jm LS A (b R —Fy+Fyy)

c (t
Po3 166

X[2(§'2—3A%)+4A(E' +A)e 'S —4A(E' —A)e ¥ — (&' + AT — (g — A)2e THE]

1

Pit)=——(Foo—F|, —Fy + Fy3)[§ *+2& 2A?—3A*—4A%(& 2 — A?)cosE't — (&' 2 — A?)cos2E't]

- 8§l4
N ig"/;elwt

13(1)
P13 8§I4

(3.6¢)
(3.6f)

(3.6g)

(3.6h)

[ 2A[3(& = A%)F oy — (&' 2 =3A%)(F + Fy)— (&' 2+ 3ANF,, + 28 A F,, — F,,)]

FetEREFA— (& —ANE+2A)Fy+A(E —2A)F,,+F,,)
+(§'2_§'A+2A2)F33‘”§' Z(Fn —Fy)]

+e TERAE = A(E+ANE —2A)F o+ A(E' +2A)(F,, +F,)
—(§ P+ EA+2AF 33 +E HF) —Fy)]

HE 2= AN[(E + M) —(&' = Ae " HE ! (Foo—F, = Fy +Fy3)}

p33()=pis(t;F 1 <>Fy) .

The notation F;«<>F,, means that F,; and F,, should be
interchanged, which reverses the sign of the terms that
are proportional to (F;; —F,,).

It is seen from (3.6a)—(3.6d) that the spectrum of the
diagonal matrix elements of p¢ consists of five frequency
components of 0, =£’, and +2£'. In the standard Rabi
oscillations of two-level atoms, one has only three com-
ponents corresponding to 0 and *££’. Thus, the spectral
lines of p;,, at £2&" arise from the pairing of the two
atoms. Note that the components at &' and £2£&’ disap-
pear when § << 1, which may be called the weak-coupling
regime:

Pfl(t)’sz(t)g——l’fo(l—fo) ) (3.7)

As expected, the diagonal elements of p° reduce in this
limit to the probabilities of the formation of the pair
states calculated from the asymptotic atomic probabili-
ties. In the other limit {>>1, which may be called the
strong-coupling regime, pg, and p$; have five frequency
components, but p{, and pj, do not have the components
at ££"

pf)o(t)———»%+%(f0—%)2+(f0—§)cos(QR [cos@|t)

+1(fo—1)cos(2Qg |cosh1) ,

Pfl(f),sz(t)—g;T%—%(fo_%)z

—1(fo—1)cos(2Qg |cosb]1) , (3.8)
P53(t) —— 1+ 1o — 1P —=(fo—L)cos(20 [cosh] 1)

+1(fo—1)cos(2Qg [cosB]1) ,

where we used the fact that £ becomes Qg|cosf| for
&>>1. In order to compare (3.8) with the standard atom-
ic Rabi spectrum, let us assume that asymptotically both
of the atoms are in the excited state, that is f,=0:

Poolt)—[sin*(1 Qg cos8]1)]?
Pi1(1),p5,(1)—sin* (1 Qg [cosB]t)cos* (L Qg [cosBlr) ,  (3.9)
p53(1)—[cos*(LQp[cosh|1)]? .
Here sin*(Qg|cos6|t|/2) and cos*(Qg|cosh|r/2) are the
time-dependent probabilities of the lower and upper

states of a two-level atom which are obtained in the stan-
dard Rabi oscillation problem. The limits in (3.9)
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represent the occupation probabilities obtained simply
from the pairing of two statistically independent atoms.
The cooperative nature of the motions of the two atoms
is more clearly manifested in the off-diagonal elements of
pe(e).

It is seen from (3.6e)—(3.6j) that the spectral lines of
Po1> PG> Pi3> and pss are at , w£§’, and @E2£’. The lines
of p§, are at 0, &', and £2£'. p§; has spectral lines at
20, 2w0%E’, and 20£2€’. In the weak-coupling limit all of
these off-diagonal matrix elements vanish, p§; and p5, as
£?, the others as £. On the other hand, in the strong-
coupling limit,

ot —

c C 1
PovPo2—— 7€

% 1)
E>>1 (fo 2

X[ sin(Qg|cos|z)
+(fo—1)sin(2Qg |cosb]1)]

iot+id
C (4 1 b4 — 1
.013’923“'—’§»l 7€ (fo—3)

X[ sin(Qg |cosB|t)

—(fo—3)sin(2Q g |cosb)1)]
sz?;;" Wfo—1)?,

1, 2wt
Pos—’§>>1 e fo

(3.10)

—1)[1—cos(2Qg|cosb]1)]

where we set g = |g|exp(i¢g ). From (2.41), one finds

ing, = iV'|}.00c0s6 6.41)
e T 4B, —Eo P V0017 '

The first four elements in (3.10) oscillate at 0+ |cosd|
and ©0+2Qg|cosf|, which can be expected from single
photon transitions and from the fact that both atoms are
executing Rabi oscillations with frequency Qg |cosf|. It
is interesting that p{, is independent of time as well as of
the field. In other words, there is a static polarization be-
tween the two degenerate states of the complex in the
strong-coupling limit. The implications of p{, are dis-
cussed further in Sec. V. pg; oscillates at 20 and
20t2Qg[cosh] in the strong-coupling limit. If we put
fo=0 as before, the limits in (3.10) become

ey sin(

/(
pfn,pfn;;»—el ¢ 1Qg|cosb]z)

X cos(1 Qg [cosb]1) ,

ilwt+¢ )
pPi3pS———e 8 sin(1 Qg [cosB]1)
E>1

X cos}(1Q |cosb|?) ,
2%%R

(3.12)

Plz‘—"’s ’

E>1

iwtgin2( 1Qg[cosb|1)cos

Po3—e 2(1Qg [cosblt) .
&>1

The off-diagonal matrix elements in (3.12) should be com-

pared with the off-diagonal density-matrix element of a

two-level atom executing Rabi oscillations, starting from

its excited state, which is given by
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—exp(—iwt)sin(Qf|cos8|t /2)cos(Q g [cosh|t /2)

where Qf =Qg (V=0). The off-diagonal elements of p“(z)
generate a polarization field through the matrix elements
of the dipole moment operator of the complex in the
scattering-state representation, given by (2.13). In princi-
ple, the polarization field can have frequency components
at 0, &, 28, w, 0t&, 0128, 20, 20+E', and 20128
Relative strengths of various components depend on the
detuning from the atomic resonance, on the intensity of
the fundamental mode used in (2.16), as well as on its
statistics, and on the collision potential V. Some of the
spectral components can be suppressed in certain cou-
pling regimes. The time-dependent polarization field of
the complex couples to the other modes of the elec-
tromagnetic field () which have the same frequencies
as those listed above. Thus, several new components ap-
pear in the usual Mollow spectrum. These new com-
ponents carry information about the individual matrix
elements of the collision potential.

The matrix elements of p(¢) in (3.6) exhibit an interest-
ing effect if the initial conditions correspond to the
threshold for the inversion of the atomic population. At
this threshold

fo=f1i=%,

1 1
Prac(t3f0=1)= 38y -

(3.13a)
(3.13b)

All of the off-diagonal elements vanish and the density
matrix of the complex reduces to a constant times the
unit matrix [Eq. (3.13b) also implies that p° is proportion-
al to the unit matrix in the representation of the asymp-
totic states since the transformation induced by Q is uni-
tary; see Eq. (2.39b)]. Thus, the collisionally induced
effects vanish, and the threshold for the stimulated emis-
sion from the atoms is also a critical point for the col-
lisional effects.

We should emphasize that this conclusion holds to the
degree of the validity of the approximation made for F
in going from (2.37) to (3.5). At the threshold, the factors
arising from f, and f in (2.37) are equal to 4, and F,,
can be written as

— t c c
F”“'_IZ QM#V'(E#)Q“II#:(E#A) . (3.14)
u

Although this expression yields 4 for the diagonal ele-
ments due to the unitarity of (2, it does not vanish for the
off-diagonal elements of F because of the different energy
parameters in Q’s. F, . for u7pu’ is at least of the order
of V. Whether the threshold is still a critical point when
such terms are included is an open question.

As the preceding discussion makes it clear, it is the
whole complex that couples to the electromagnetic field.

pS(2) is therefore a physically more significant quantity

than the atomic density matrix p®'(¢) whose elements are
given by (2.39a). Nevertheless, we will discuss at least
certain parts of p*'(¢) in order to exhibit certain features
that arise from collisions, as well as those which are fa-
miliar from the standard two-level atom problem. Be-
cause of the form of Q' , p*(t) can be decomposed into
three parts. From (1.1b) and (2.5b) one sees that
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QA E )l E )= 8, BV 1 ) 48, el 1 Viw')
B W LB e P OO ™| Oyt Egn—E—V— K7 Oy E,—E,—V+ie K
+(ul L Vip YV L Pay (3.15a)
E,—E,—V+ie E, .—E, . —V—ie
r
We have grouped the terms according to the number of P2 =g (3.17a)
Kronecker 8’s. The term with two Kronecker &’s is of abad
the zeroth order in V. The terms with one Kronecker o 1., (2fo—1) (3.17b)
are at least of the order of V. The last term is at least of Toi0i T 4(1+E%c0s20) )
the order of V2. One can decompose p*(¢) accordingly: o8
_Lc__ -
p%(1)=pl(t)+p"( 1)+ p"TN(1) . (3.15b) o= 81+ £2c0s’0) (2fo=1, (3.17¢)
rEai=r80(fo—>1—fo) (3.174d)

p'(t) corresponds to the first term of (3.15a). p"(t) corre-
sponds to the terms with one Kronecker 8. p"(¢) corre-
sponds to the last term of (3.15a). We will discuss only
p'(t). Let us write it as

=, —ila—a" ot Is isg't
e > rawaie®.
s=0,%t1,+2

Phi-ai (3.16)

Then the diagonal elements are given by

J

o __ifleosBl (44 E%o0s?0)[e
POt = o1+ feoster | T E [

Equation (3.17) means that, if we focus on atomic behav-
ior, we find that the atomic population probabilities exe-
cute the standard Rabi oscillations. In p'(¢), the effect of
the scattering on atomic population probabilities is to
modify the standard Rabi frequency by modifying the
coupling coefficient to the radiation field. The off-
diagonal elements of p'(¢), however, have spectral com-
ponents at w+2£’ as well as at w and 0§

“ef2—e'1— £

+3¢20s%0[e " f3—e (1= £o)2]+4i singy(2—EZc0s20) fo(1—£)) (3.18)
PO = igkmeﬂé:: gzjoiz(;o)ize)l/zl [ [—1+ 20520+ (1+£2c0s20)1 2 ][ — f2e s+ (1— f e %]
F[3+E%0s20— (1+E2c0s20) ][ — fe % +(1— £ )% %]
+4i sing,[ —2+(1+£%0s%0) 21 fo(1— fo)} » (3.18b)
roi=roul(1+£%0s0) 2 — — (1+£%c0s?0)'?] , (3.18¢)
= —§3|°°Si|( I[ir}(:o:zgz;osze)l/zl (sing, N fo— 102, (3.18d)
roti=rol(1+E%0s?0) 2 — — (1+£cos?0)! 2] . (3.18¢)
The components at w+2£" are generated entirely by the collision process. In the limit of strong coupling,
pf,,-;a,»(t)—g;?%+(—1)“%(f0—%)cos(ﬂk|cos6|t) , o

. eiwl
pO:,lz e>>1 2

These have the same form as one might have expected on
the basis of the Rabi oscillations of the two-level atoms
except for the second term in the off-diagonal element.
This second term represents the collisionally induced
components of the atomic Mollow spectrum, which are
separated from the fundamental frequency by twice as
much as are the standard components. Note that there is
a tradeoff between the standard side components of the
Mollow spectrum and the collisionally induced com-

(fo—1)[cosd,sin(Qg|cosblt)—i(fo—1+)sing,sin(2Qg [cosB|1)] .

f

ponents in (3.19). The amplitudes of the former are pro-
portional to cosé,, the amplitudes of the latter to sing,.
It is seen from (3.11) that sing, compares the potential
energy to the energy separation of the atoms. sing, goes
to zero linearly as ¥ —0. On the other hand, if the po-
tential energy is much larger than the atomic-energy sep-
aration, the standard Mollow side peaks tend to disap-
pear and one is left with the collisionally induced com-
ponents alone. The direct experimental observation of
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the atomic density matrix as given in (3.19) by means of
optical method appears to be quite difficult but feasible.
One needs to design experiments in which the atoms are
transferred (one at a time on average and within a finite
time period) from the region where collisions and the
coupling to the fundamental mode take place to a region
where they are isolated and decay.

The threshold for the atomic population inversion is
also a critical point for the reduced density matrix p(z).
Using (2.39), one can write the matrix elements of p*'(t)
as

PRoD=1 3 3 Q,(E, Q8 (E, p 1),  (3.20a)
1=12pu
Do ) =psor( 13 FriFy) (3.20b)
plin=1 3 3 Q. (E,)Q; (E, )py (1), (3.20c)
n=2,3 p,p’
Piz(D=pin(t;F<Fy) , (3.20d)
pgtl;“(t)Z% E[ QO,LL(E[J) ;“'(E#')
787
+Q,(E QS (E ) ]pp() (3.20e)
P2 12() =pgi;11 (8 F 11 Fyy) (3.200)

It follows from the unitarity of Q and from (3.13b) that,
at the threshold,

fo=t=ptt ()=18,.8; (3.21a)

Epf,‘,-;a,,-(t)=§8aal . (3.21b)
i

Thus, all off-diagonal atomic correlations, radiative as
well as collisional, vanish at the point where stimulated
emission at the atomic frequency can begin.

IV. COMMENT ON THE
BINARY-COLLISION APPROXIMATION

The discussions of Secs. IT and III concern just one col-
lision complex. When there are N independent com-
plexes, the orientation angle 6 becomes a stochastic vari-
able. If O is an additive operator for the N-complex sys-
tem,

N
0=30,,
p=1
then its average value is given by a stochastic average
over the traces of @,’s with p(¢):

4.1)

N
Lo Ne=3 %f“d(cose)Tr[pc(cose,t)
p=1

X 0,(cos)]
=iN f_l 1aV (cos0)Tr[p(cosh, )V (cosh)] .

4.2)

{{O(t) M, describes a property of the 2N-atom system in
the binary-collision approximation. Thus, quantities like
the time-dependent distribution of atoms, the dipole mo-
ment density, etc., become simple averages over 6.
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The simplicity of the above stochastic average hides
the significant shift in the perspective with which one
views collisions in radiative interactions in the
scattering-state representation as compared to the stan-
dard picture of many-particle systems interacting with
radiation fields. In the standard picture, one visualizes an
atom wandering around and undergoing collisions at
different places and times. After each collision, the atom
loses the memory of any previous collision event. This
means that after each collision, a new particle history
starts. One also assumes that each collision event takes
only a short while and that most of radiative interactions
of the atom occur when the atom is in between two col-
lisional events. In contrast, the scattering states have
precisely defined energies. As far as collisional processes
are concerned, they take into account entire particle his-
tories, that is to say, entire particle trajectories. For the
description of a 2N-particle system, one superposes N his-
tories of collision complexes one upon another. In this
new picture, a radiative transition means substituting one
pair history for another under the influence of the field.
This is analogous to a Feynman path integration in which
one uses expansions in terms of entire trajectories rather
than individual space-time points. '¢

The contrast between the standard and scattering-state
pictures indicates that the scattering-state representation
can be particularly useful in analyses of coherent phe-
nomena in many-particle systems. When entire particle
histories are used in their descriptions, atoms may have
partial memories about collision events in the presence of
coherent radiation fields. Memories are partial because
of superpositions of many distinct histories. The various
quantum amplitudes of the independent complexes inter-
fere. What survives these interferences represents a col-
lective mode of the entire system. Surviving memory
effects correspond to correlations among atoms and are
embodied in collective modes. Because radiative interac-
tions and collisions are treated on equal terms, the order
that a coherent field may impose on the material system
is taken into account in a rigorous quantum formalism,
but in a physically transparent way. We have applied the
present method to a collisionally triggered second-
harmonic generation in atomic vapors® and expect it to
be useful for analyses of other collisionally triggered
coherence phenomena, such as the collision-induced
four-wave mixing. !’

As examples of the stochastic average in (4.2), we
briefly consider the state distribution of complexes and
the dipole moment density in the strong-coupling limit.
From (3.8) and (4.2), one finds that the average number of
complexes in the state u is given by

sinQ gt
_ ()4 (1) R
UNL(ONe=N | 7,0+, o ]
sin2Qpt
+77L2) ‘—25’% ], (4.3a)
R

where
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It is seen that the time-dependent distribution of the com-

(0) — 1 1 1)2
ny =ny =1 +3(fo—3) g A
o B plexes exhibits decaying oscillations about certain con-
nO)_n(O):%—%(fo—%)z , stants. The same type of ringing behavior is also ob-
served in the polarization density. Writing (2.13) in the
(D (1) —
Mo 3 =fo— 4.3b)  form
aV=qV=0, (uIDlp')=dy,S,, (4.4)
(21— = 0@ 2 one finds that the polarization density of the N-complex
Mo == =5(fo—7)" . system is given by
J
P(t)=N<Ter°(t)>9—§——> e\dml fo—1le "“sind,
>>1
X[(Sm +502—S13—Sz3 )R (QRt)+(f0_%)(SOI +S()2 +Sl3 +Sz3 )R(ZQRt)]+CC, (453)
[
where ber of quanta in the field mode. For an intense coherent
Y mode, these distinct frequencies merge, and one obtains a
sing, = 5 11,00 , (4.5b) single Rabi frequency for the problem. One also recovers
[4E,—Eo)’+|V1.00l1'"2 the usual Rabi and Mollow spectra. However, there are
) additional components in these spectra at twice the Rabi
R(x)=|—5— cosx + 2 sn;x - —2—3 . (4.5¢) frequency which represent the pairing and the collisional-
x x x ly induced cooperative motions of the atoms.

If the two-level atoms were like independent spins, one
would expect their dipole moments to align along the po-
larization vector € of the intense field mode without any
reference to the collision potential. But, in (4.5a), P is
proportional to sin[ﬁg which depends on the collision po-
tential. Clearly, (4.5a) shows that the collisional process
does not permit the atoms to act independently. The
quantity sin$g measures the degree to which the two
field-excited atomic dipoles within one complex can coor-
dinate with each other. The polarization of the entire
system is then proportional to sin$g.

P(t) given by (4.5a) has frequency components at
0T Qg and ©£2Qz. The frequency components of pg,(t)
near 2w, as given by (3.10), do not survive the average in
(4.2). If we had kept the off-diagonal elements of F,, in
(2.38), some of these would have introduced an extra fac-
tor of g into the amplitudes of pg,(¢). Such terms survive
the average in (4.2) and contribute to the second-
harmonic generation in atomic vapors.®

V. CONCLUDING REMARKS

In the preceding sections we used the scattering-state
representation in conjunction with a dressed atom for-
malism in the analysis of the Rabi oscillations of a pair of
two-level atoms. This method provided for the simul-
taneous analysis of collisional and radiative processes in a
mathematically simple fashion. It also provided a new
perspective of the effects of collisions on radiative transi-
tions. The preceding discussion makes it clear that the
method is particularly suitable for analyses of collisional-
ly induced cooperative effects. Such cooperative effects
can clearly be seen in the Mollow spectrum.

For a pair of colliding two-level atoms we found that
there is, in principle, more than one Rabi frequency. The
magnitudes of these different Rabi frequencies depend on
the detuning from the atomic resonance and on the num-

It is important to emphasize that in the above results,
the effect of the collisional process on radiative transi-
tions appears as the modification of the magnitude and
phase of the coupling coefficient between the complex
and the field, hence, the modification of the magnitude of
the Rabi frequency or frequencies. Collisional effects do
not enter the results as lifetime parameters or energy un-
certainties. This is a direct consequence of the radically
different physical picture of collisions in the scattering-
state representation compared to the standard time-
dependent picture, as discussed in Sec. IV. In the
scattering-state representation, spectral line broadening is
interpreted as the opening of new coupling channels by
V, due to partial breaking of the translational symmetry.
This is discussed more extensively in Ref. 6. Because of
the straightline trajectory approximation used in this pa-
per, this symmetry-breaking aspect is somewhat hidden
in the results. One deals only with the internal transi-
tions of the atoms. Nevertheless, V opens up new radia-
tive coupling channels with respect to internal transitions
as seen from (2.13) and these represent a “line broaden-
ing” in the straightline trajectory approximation.

An interesting result of the analysis of the Rabi oscilla-
tions in the scattering-state representation is the fact that
p°(t), as well as p*(¢) obtained by partially tracing over
pc(t), becomes a multiple of the indentity matrix at the
threshold for atomic population inversion, independent
of time and orientation of atomic dipoles. The collisional
effects disappear. As a result, the density-matrix ele-
ments in (4.2) are unaffected by the stochastic average at
the threshold. One can visualize performing Kadanoff
transformations'® on the state distributions of the 2N-
atom system by partitioning it into smaller units of paired
atoms. At the threshold, such transformations would
simply reproduce the original distribution. This means
that the threshold for the atomic population inversion is
a “fixed point” not only with respect to radiative process-
es but also with respect to collisional processes. Strictly
speaking, we demonstrated this only in the binary-
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collision approximation and to the validity of using (3.5)
for (2.37). It would be interesting to pursue the question
of whether the threshold remains a critical point when
these approximations are relaxed.

Another quite interesting result of the analysis is the
appearance of a quasistatic polarization p{,. We will dis-
cuss this phenomenon in more detail elsewhere. Here we
simply note that the dipole moment of the complex corre-
sponding to pf, is given by

p, =(1|D|2)p5,+c.c. , (5.1

which becomes completely static in the strong-coupling
regime. Both collisions and radiative transitions are
necessary to produce a finite p,. p$; vanishes without the
coupling to the fundamental mode, (1/D|2) vanishes if
V vanishes. The existence of two degenerate states for
the complex is also critical. According to (5.1), each
complex behaves as if it were a static dipole. Although
the fundamental mode contributes to the existence of p,,
it does not align these moments. This follows from the
fact that a stochastic average over p,’s yields zero. How-
ever, such dipole moments can be aligned by static or
quasistatic electric fields. Minute amounts of static elec-
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tric fields may create large domains in which p,’s are
aligned. Such responses yield information about matrix
elements of collision potentials which may not be readily
observable by other methods. For example, according to
(2.8), (2.13), and (2.42), {1|D|2) is approximately given
by

Vo0,01(0)

(”D)Z)%ZdOIRe m

(5.2)

Here we expanded (1.1b) in powers of V and kept only the
linear term. The matrix element Vy,.,,(0) describes a
transition in which one atom is deexcited while its
partner remains in the ground state, with no momentum
exchange between them. Finally, the formation of p,’s in
intense light may be called the “‘dynamic paraelectricity,”
since dynamically induced p,’s in an electric field act very
much like independent spins in a magnetic field.

ACKNOWLEDGMENTS

It is a pleasure to acknowledge many useful discussions
with J. D. Cresser, P. W. Milloni, M. Hillery, and M. O.
Scully, and the assistance of J. Williams and M. Elgi.

IN. Bloembergen, Nonlinear Optics (Benjamin, New York,
1965).

2M. Sargent, M. O. Scully, and W. E. Lamb, Jr., Laser Physics
(Addison-Wesley, Reading, Massachusetts, 1974).

3K. Burnett, Phys. Rep. 118, 339 (1985).

4A. Elgi, Ann. Phys. 160, 54 (1985); 160, 74 (1985).

SA. Elgi and D. Depatie, Phys. Rev. Lett. 60, 688 (1988).

SA. Elci and D. Depatie, J. Phys. B 22, 1017 (1989).

7C. Cohen-Tannoudji, in Atoms in Strong Resonant Fields,
Proceedings of the Les Houches Session XXVII: Frontiers in
Laser Spectroscopy, Volume I, edited by R. Balian, S.
Haroche, and S. Liberman (North-Holland, Amsterdam,
1977).

8P. L. Knight and P. W. Milloni, Phys. Rep. 66, 21 (1980).

9M. L. Goldberger and K. M. Watson, Collision Theory (Wiley,
New York, 1965), Chap. 5.

10R. Haag, in Lectures in Theoretical Physics III, edited by W.
E. Brittin, B. W. Downs, and J. Downs (Interscience, New

York, 1961).

1IM. Gell-Mann and M. L. Goldberger, Phys. Rev. 91, 398
(1953).

12J. V. Uspensky, Theory of Equations (McGraw-Hill, New
York, 1948), Chap. V.

13B. R. Mollow, Phys. Rev. 188, 1969 (1969); Phys. Rev. A 2, 76
(1970); 13, 758 (1976).

14R. Bliimel, R. Graham, L. Sirko, V. Smilanky, H. Walther,
and K. Yamada, Phys. Rev. Lett. 62, 341 (1989).

I5M. A. Kasevich, E. Riis, S. Chu, and R. G. DeVoe, Phys. Rev.
Lett. 63, 612 (1989); S. Chu, J. E. Bjorkholm, A. Ashkin, and
A. Cable, ibid. 57, 314 (1986).

16D, Gangopadhyay and D. Home, Phys. Lett. A 126, 219
(1988).

171, J. Rothberg and N. Bloembergen, Phys. Rev. A 30, 2327
(1984).

18S.-K. Ma, Modern Theory of Critical Phenomena (Benjamin,
Reading, Massachusetts, 1976).



