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A theory of resonantly enhanced degenerate four-wave mixing in two-level systems in-
cluding the effects of atomic and photon angular momentum is presented in the absence of
pump-induced saturation of the transition. It is shown that there exist three distinct
quantum-mechanical amplitudes leading to the third-order polarization density. These
quantum-mechanical amplitudes are shown to be sensitive to the states of polarization of
the incident fields. The quantum-mechanical transport equation in the m representation is
used to calculate the output signal in the various regimes of laser detuning, atomic
linewidth, and polarization states of the radiation field for collinear interaction.

I. INTRODUCTION

The phenomenon of degenerate four-wave mixing
(DFWM) has been a popular research subject re-
cently due to its potential application to laser spec-
troscopy,! wave-front compensation,” and signal
processing.® In the case of resonantly enhanced ex-
citation, degenerate four-wave mixing provides a
powerful tool to study the physical properties of
atomic and molecular systems.* Pressure-broadened
linewidths have been measured in both two- and
three-level atomic systems.” Degenerate four mix-
ing shares the same important feature with saturat-
ed absorption or two-photon spectroscopy, i.e., it
yields Doppler-free spectra. Current theories have
treated the atomic system as having nondegenerate
energy levels, an approximation valid only for the
case when the polarization state of all radiation
fields are equal. In this regime, the mechanism for
the generation of the signal via DFWM arises from
spatial modulation of the population difference.®
However, in general, real atoms possess angular
momentum which arises, for example, from spatial
symmetry of the potential energy. The effect of the
existence of angular momentum leads to the viola-
tion of the assumption of nondegenerate energy lev-
els. In this case, the relative orientation of the po-
larization state of the radiation fields leads to the
existence of new physical mechanisms giving rise to
the four-wave mixing signal.””® The same mechan-
isms are present in the study of the Zeeman laser’
and polarization spectroscopy.!® The generalization
of quantum levels to include magnetic degeneracies
allows the possibility of studying depolarizing col-
lision effects in resonantly enhanced degenerate
four-wave mixing.!!

We present in this paper a study of the ampli-
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tude, polarization, and spectral properties of the
four-wave mixing signal generation by the nonlinear
interaction of three input fields in a resonant two-
level system with degenerate states. In Sec. II, we
outline the approximations and model used in the
description of the physics. Section III presents a
qualitative picture of the fundamental physics that
arise owing to the several choices of electric field
polarization. Section IV presents a detailed calcula-
tion of the third-order response of the medium in
the perturbation regime, i.e., the intensities of the
applied and generated fields are assumed to be
below saturation. Section V provides illustrative ex-
amples of the dependence of the signal on the rela-
tive orientation of the input field polarization states
as well as the choice of angular momenta for the
energy levels. We conclude by summarizing the
main results in Sec. V1.

II. APPROXIMATION AND MODEL

We shall assume the following.
(a) The radiation field can be described in the
classical picture and be written as

E(f’,t)=—;— >.é, & nexpi(w,t — K, T)+c.c. ,
n
(2.1

where &), is the unit vector describing the polariza-
tion state of the field. &, is a slowly varying en-
velope such that

|k V&, | <<kn|&nl . 2.2)

w, and k, are the frequency and wave vector,
respectively. k, is the unit wave vector.
(b) The atom is described by a two-level system
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with degenerate states (an example of which is
shown in Fig. 1). The frequency difference between
the upper and lower states is w,. The states are la-
beled by its total angular momentum J and z com-
ponent M; of the angular momentum.

(c) The interaction of radiation with the quantum
system is described via an electric dipole coupling
of the form

V(T,t)=—-E(F1), (2.3)

where [ is the electric dipole moment operator.
The interaction process is near resonant so that the
rotating-wave approximation is valid throughout,
ie.,
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|wp—wg| <@, +oq . (2.4

(d) The lower state is populated initially by in-
coherent pumping processes. Relaxation processes
are taken into account via effective decay rates.
The spontaneous emission processes from the upper
to the lower state are neglected in our description.
The inclusion of such processes, which leads to op-
tical pumping phenomena, necessitates a more ela-
borate description of the response of the medium as
observed by Omont.!? This work does not take into
account the effects of optical pumping.

Taking these assumptions into account, the
density-matrix equations which described the
response of the medium to external fields are given
by the following.’

|
Population:
1 — 1 ~ ~
{Y1+V‘V}PJ,M1:JIM,=?~1(V)+§ 2 VM0, M PryMya t, —Pr sy ay b, VM i, s 2.5)
M,
S 1 ~ ~
{r2+v-v }p"zMzk’zMz:_iz 1‘; ERVRTNTN TN YR TRVATNYR SR TRVAYA I (2.6)
1
atomic coherences:
N 2 1 1
{?’124-1A+V'V}PJ,M,:JZM2=T‘VJ,MI:JZMZ{PJZMZ:JZM2 _PJIM]:J,M1}+-— h Vot 0, m P st m
ifi tﬁM,xlzzzzzz
2
Ly, V. @.7)
ifi = T M My T MM
1
P Myt M, =PI MM, 5 (2.8)
Zeeman coherences:
, L= 1 ~ ~
{7’1+V'V}P11M1:11M'1 ZEM {V‘IIMI’JZMZPJZMzZJ]M; —leMl’JZMZVlelleM; } ’ 2.9)
2
v L (2.10)

! - —_— -~ _~ .
(ra+v V}PJzMZJZM; T ; [VJzMz:JlMlleMI:JZM; P12M2=J1M1VJ,M,:12M;} ’
1

(X7} M2} >

Ny Mgt >
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FIG. 1. Two-level system with degenerate states as a
model of a resonant transition. wq is the transition fre-
quency, and J, and M, are the total and Z projection of
the angular momentum of level a, respectively.

where V-V describes the effect of atomic motion
and gives rise to such effects as Doppler shifts and
spatial hole burning. A(V) is the velocity-
dependent incoherent pumping rate to level |J;).
¥» and 7, are the effective decay rates of the popu-
lation and Zeeman coherence, respectively. 7, is
the effective linewidth of the transition
[J1)— |J3). A=w—awy is the laser detuning
from resonance. Also,

—_ 1z AN 2.11
Vipnt,=—585 0, 26,8, , (21D
n

Py M3y, =P Mpm,e (2.12)
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We have used the simplified notation that given any
operator 2,

25 myam, =M | 2 | TaMy) (2.13)

is the matrix element of 2 between states |J; M)
and |J,M,). The set of equations (2.5)—(2.10)
describe the response of the medium to external ra-
diation fields.

The geometry of the interaction process is chosen
to be collinear, i.e., the input and generated waves
propagate along a line (Fig. 2). The input fields
consist of the forward pump &, backward pump
&}, and the probe &,. The generated field is denot-
ed by the signal &;. We shall be interested in those
terms for which the phase of &, is the complex
conjugate of &,. One should note that in the fully
collinear geometry, there are additional waves that
will not be considered in this work!® and, in princi-
ple, they can be isolated by choosing a nearly col-
linear geometry. Ducloy and Bloch'* showed that
the nearly collinear assumption is valid provided
that 0 <2y/ku (natural linewidth/Doppler width).
For the case of sodium atoms confined to a cell at
room temperature, the acceptance angle 6 is 0.1°.

III. PHYSICAL PICTURE

We shall consider the physical picture of the non-
linear interaction process in both the lower and
upper level of the quantum system. Each level will
be characterized by its effective energy decay rate
7, to the reservoir. The discussion to be followed is
valid for any of the two energy levels.

First, consider the choice of polarization state of
the radiation fields illustrated in Fig. 3. The elec-
tric dipole selection rule implies that only AM = + 1
transitions are allowed with o polarization. There
exist two distinct physical contributions to the gen-
erated signal &;. The first one arises from a spatial
modulation of the population in magnetic state
M +1 of level |J,) generated by the interference of
the forward pump & and probe &,. The coherent

FIG. 2. Interaction geometry. &, and &, form a set
of counterpropagating waves. Resonant medium is com-
posed of a set of two-level systems.

e, =0,
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FIG. 3. Quantum-mechanical path giving rise to the
normal population mechanism.

scattering of the backward pump &, off the spatial
modulation yields a signal field &, with polariza-
tion state o,.. The second contribution arises from
the spatial modulation generated by the backward
pump &} and probe & ,, and the coherent scattering
is performed by the forward pump &;. Again, the
polarization state of the generated signal is identical
to the forward pump, i.e., o, radiation. Since both
physical contributions involve the generation of po-
pulation and scattering dynamics between only two
magnetic states, we shall denote this type of physi-
cal mechanism as normal population.

Consider now the choice of polarization state il-
lustrated in Fig. 4. There exist two additional dis-

— 2>

—_>

199>

FIG. 4. Two quantum-mechanical paths giving rise to
the cross-population and Zeeman-coherence mechanisms.
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tinct physical contributions. The first one arises
from the generation of a spatial modulation of the
population in the M + 1 state of level |J,) via the
interference of the forward pump & s and probe & ,,.
However, the coherent scattering of the backward
pump &, proceeds along a different channel. It ex-
cites an optical coherence between |J,M +1) and
|JiM +2) which generates a o_ radiation field.
Since it couples a different channel we shall denote
this physical mechanism as cross population [Fig.
4(a)]. The second physical mechanism arises from
the generation of a spatial modulation of the Zee-
man coherence between |J,M —1) and |J,M +1)
by means of the action of the backward pump &,
and probe &,. The coherent scattering of the for-
ward pump & yields a signal whose polarization
state is o_ [Fig. 4(b)]. It should be noted that the
generated signal for this case has a polarization
state which is the complex conjugate of the polari-
zation state of the probe. We shall denote this
physical mechanism as Zeeman coherence.

In the collinear geometry, these three physical
mechanisms share an important property. They
yield a Doppler-free spectrum for the generated sig-
nal if the resonant medium is Doppler broadened.
To understand this characteristic, let us consider
the dynamics of the interaction of moving atoms
with the external radiation fields. The generation of
the spatial modulation of either the population or
Zeeman coherence involves the excitation of the
quantum system by means of the pump &,
(n=f,b) and the probe &,. In the language of
Doppler shifts, the resonance conditions for the
generation of the spatial modulation are

w—wy—K, V=0, (3.1)
3.2)

The coherent scattering of the other pump wave,
which generates the signal wave, yields the reso-

—

W —Wg— kp'V=O .

J
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nance condition

®—w+Kk, V=0. (3.3)

In writing Eq. (3.3) we used the assumption of
counterpropagating pump waves, i.e., Ef+i€b =0.
The velocity group that satisfies the resonance con-
dition (3.1), (3.2), and (3.3) are those with V=0.
Hence the spectrum of the generated signal is a
Lorentzian centered at the transition frequency wq
and its width is determined by the natural or
collision-broadened linewidth.

IV. NONLINEAR RESPONSE OF THE MEDIUM

The medium response is determined by the polar-
ization

Brn=[" dvulpE,0E], (4.1)

where p is the density matrix satisfying the evolu-
tion equations (2.5)—(2.10) in the case of two-level
systems with degenerate states, and i is the electric
dipole moment operator. The integration over velo-
city takes into account the averaging over the ran-
dom motion of the atoms. We shall assume that
the system is in thermal equilibrium and is
described by the velocity-distribution function

3/29_‘7/“0)2

W)= ) (4.2)

1
Tug
where uo=(2kgT/m)"?, kg is the Boltzmann’s
constant, T is the equilibrium temperature, and m is
the mass of the atom.

In the unsaturated regime, the polarization (4.1)
is obtained by means of the perturbation solution of
the density-matrix equations (2.5)—(2.10). A set of
perturbation chains, which identifies the three dis-
tinct physical mechanisms discussed in Sec. III can
be written in the following manner.

Normal population:
~(1) (2) ~(3)
© PJ MM, PIM,T M, PJ MM,
PIM I M ™ |~ - | @ ~(3) ; 4.3)
PIM,yT M, PJM,J M, PJ,M,:J M,
cross population: ~(3)
Prmia,m,
2)
~(1) Pi,M,J,M, ™ | (3)
PiMJM,y | 7 JyMy:J M
(0)
PIM g M7 | (1) ~(3)
PIMa My | Py o,y
) .
PIM M ™ | (3) ; (4.4)
JyMYJ M,




Zeeman coherence:

~(3)
@ PI MM,
- |3)
~1) — Pimyam
(0) P MM, e PrMy M,
PIM M | (1)
1My ~(3)
Pi My M, -~ @ P M, :0,M,
IM M T |53
e PI My M,

where the superscript denotes the order of the per-
turbation parameter which is given by the Rabi fre-
quency -E/h. The primed superscript indicates
the case for which Ms£M'.

If the input radiation fields are in arbitrary polar-
ization states, then one can decompose them in
terms of o, and o_ components and apply the
three basic physical contributions (4.3) to (4.5) in or-
der to generate the nonlinear polarization (4.1).
Hence, it is necessary to know the strength and
spectral behavior of each physical chain.

An intuitive approach can be presented to
describe the essence of the spectral behavior of the
normal population, cross population, and Zeeman-
coherence terms. The basic dynamics of absorption
and reemission processes are necessarily the same
for all three mechanisms since they are insensitive
to the angular momentum of the atomic species.
However, the strength of the interaction in the pres-
ence of foreign perturbers is not the same for the
population (normal or cross) and Zeeman-coherence

J
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(4.5)

contributions. In the case of the population, no
changes in the projection of the angular momentum
is involved, i.e., collision effects on the population
are simply visualized as an effective decay rate ac-
companied by changes in velocity. However, col-
lision effects on Zeeman coherence involves the
dynamics of changes of the projection of the angu-
lar momentum of the system. Hence, in general,
the pressure broadening contributions to the popula-
tion and Zeeman-coherence term acquire different
magnitude and are reflected in part by the effective
energy decay rate y, and Zeeman dephasing rate
7,." In the absence of foreign perturbers, the Zee-
man dephasing rate ¥, must be given by the
spontaneous-emission rate I' which is the same as
the energy decay rate in the collisionless regime.

A direct application of the perturbation chains
(4.3) to (4.5) yields the following expression for the
polarization contribution to the degenerate four-
wave mixing signal:

?(?,t)=(§N +§c +§z)gfgb if;expi(wt+§p'?) (4.6)
where
SN=RZ D3 Er,mya,, (s, €6 N Es s v, 85 W7 v, 0,0,78F)
M, M,
ARG D Ly oty E N 1,000,785 W1 0110y, 8 B pyes v, + (D) (4.7a)
M M,
is the contribution due to the normal population mechanism,
S =R};) 2 Eﬁlez'J]M'] (ﬁJxMi 'JzMz.é\b )(“JzMz'JlMl.é\;)(ﬁ:’leJzMz.é\f)
MM M
M £M)
— A — Ak — R~ Yrd
+R}P}) 2 z(p’JlM]:JZMz.ef)(H'Jzle-’]M].eP )(‘quMl:JZM'z eb)“J2M31J1M|+{b2f} (4.70)
MyM5 M,
My#M)

is the contribution due to the cross population mechanism, and
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Sz;=R}’ L (E G, vr o ne N b, 0,0, CF)
Sz=Rpp' 2 2 Erptysm By pr gm0 By gy " 1M, M)

My My M,
My#M)
+R}ll’,)2 2 (ﬁJlMl’JzMz.é\f)(EJZMZ:JIM’I 'é;’k)(EJ‘M’l:JzMz'é\b)ﬁ)JzMzdlMl+{bﬁf} (4.7c)
My MM
M £M
is the contribution due to the Zeeman-coherence mechanism.
The frequency-dependent factor R,(,I',") is defined as
N, o - 1 1
Ry =2 [ gy W) ——— L —— N Te By
(2i#) —® ']/l2+l(A+kp'V) '}/12+Z(A—kn'V) '}/12—"1(A—'kp'V)
.} —— |, n=f,b and m=1,2 (4.7d)
7/,,,+i(kp—k,,)-v
Ry >Ry i YV (4.7¢)

and for the case of collinear interaction, it reduces to the following expression:

m_ 1 Ng 1 1 =4 | Vm
" ikuy (2i4)° | (1+€)(Yp+iA) | Ym —(1—eNy+iA) kuy (1—e)ku,
_ __i'}/12“A _7 i?’m
'}/m+(1—f)(7/12+lA) kuo (1—€)ku0

1 1
T 2iA {7/,,, —(1—€)y1,+iA)

1

T Ym—(1—€)y1a—iA)

where e=+1 if n=f and e=—1 if n=b.
Z(a +ib) is the plasma-dispersion function. Ex-
pression (4.8) is valid over all regimes of detuning
and linewidth, from homogeneous to Doppler-
broadened quantum systems.

Let us consider the frequency dependence of R,(,I',")
in the following regimes.

(@ ¥12, ¥m and A>>kuy. These conditions are
satisfied by a homogeneously broadened system, so
velocity effects play no role in determining the form
of R,(,;”), ie.,

m_ No 1 2y 1
" Q20 Ym Y+ A YtiA

(b) 712 and A >>kuq but y,, <ku,. These condi-
tions imply that the frequency dependence of R,(u',”)
will not be affected by the effect of atomic motion.
However, the strength of the signal is determined by
the ratio of y,,/(1 —€)ku,. This conclusion reflects
the fact that atomic motion can lead to the destruc-
tion of the spatial grating generated by the interfer-

(4.9)

ivn—A iYm
kug —Z [ (1—e)ku, ]
iyp+A _ iVm 4.8)
kuo (l—-E)kuO ’ ’

-
ence of &, and &,.'° In this case,

(m)_ NO 27/12 1
" 2i%) 4+ A yp+iA

1 Ym
4.10
X Ty © | (1—elkug .10
and one can show that ratio of R,ﬁl',”) toR }1'," ) is given
by
Ym .
Yml T /zkuo .

(©) 12> ¥m» and A <<kuy. These conditions are
satisfied by an extreme Doppler-broadened system.
In this regime velocity effects play a substantial role
in determining the frequency dependence and am-
plitude of R,(,;," ). In particular,

(m) No Vi

R~ (4.11a)
2 =2t Ymkuo(yp+id)

and
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(m)__ NO ‘/;_
¥ 2ih) (kug)

(4.11b)

Furthermore, the ratio of Rl‘,l',"’ to R}I',”’ at A=0 is
given by

YmV12/(kuo)?

which reflects the fact that the contribution of the
spatial interference generated by &, and &, is
negligible compared to the one generated by &, and
&p, i.e., atomic motion leads to a washout of the
grating generated by &, and & p'”

Now consider the properties of the polarization
states &; of the generated signal for a given set of
polarization states of the input fields. In the
SVEA, the evolution of &, is governed by

E=i——18 8, 656r (Sy+Sc+S7), (4.12)
2C€0

where [ is the nonlinear interaction length. We have
assumed that absorption effects are negligible (ab-
sorption coefficient multiplied by [/ is much less
than 1). The polarization state of &, depends only
on the couplings of the matrix elements of the di-
pole moments with the polarization states radiation
fields. This coupling reflects the fact that there are
three distinct quantum-mechanical paths leading to
the third-order polarizations as discussed in Sec. III.
Furthermore, the couplings depend only on the
magnitude of the angular momenta J; and J,, and
the dipole moment for transition. They are given
by the following.

Normal population:
Li= 3 AM,| 36 | M) M| L6, | M){M, | ¢ | M )M, |5 |M,); (4.13)
MM,
cross population:
I= 3 (M| E6 | MMy | 88 | My M, |8, | M5 )M | 65 | M) (@.14a)
MM, M,
My#M)
I&= 3 AMy | @6 | MM | 56, | M) (M, | L6y | M )M, | 56, | M,) ; (4.14b)
MyM M)
M £M
Zeeman coherence:
I= 3 AMy| @6 | MMy | 8 | MM | 6, | M) (M, | 16 | M), (4.152)
My,M M)
M #M|
IP'= 3 AMy |6 MMy | 56, | M) My | L6y | MM, | 56, | M,) , (4.15b)
M My, M)
My#M;

where we have used the fact that

b 2
& Se=3 3 RELP
n=fp=1

with a=N, C, or Z and noting that IV =1¢=I,.
The quantities % depend on the total angular mo-
ments J; and J, as well as the electric dipole mo-
ment of the transition. I LB) can be calculated to
yield exact analytical expressions given specific
choice of input field polarization states, which will
be the subject of the next section. Expression (4.12)
can be rewritten as

2 b
. @
Bo=io —18,8,6,3 3 3 R
C€p a B=ln=f

(4.16)

Equation (4.16) together with Egs. (4.8) and
(4.13)—(4.15) are the main results of this paper.

V. EXAMPLES

We shall consider several choices of the relative
orientation of the radiation field polarization states
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for the case of optical transition J; =J—J,=J + 1.
Generalization to the other cases J; =J—J,=J and
Ji=J+1—-J,=J are straightforward and the re-
sults will not be given here. We shall decompose
the polarization states in terms of the circularly po-
larized components

and
o=(£—iy)/V2.

This representation corresponds to the choice of the
quantization axis along the propagation path.

The quantities 2 contain a combination of four
inner products of the dipole moments operator with
the polarization state of the radiation fields. The
decomposition into circularly polarized components
together with the selection rules for electric dipole
transition lead to the result that there exists only
three possible components of I'? which are finite in
magnitude. They are

(Lo Ngo Lo Eo),
(Ero\go iE

and

o NiL04)>

"e:l

(o o Eo)Eoy) .

In writing these terms, we have assumed, for sake
of simplicity, that the i’ represents matrix elements
and the order of appearance of the inner product is
preserved as they are shown. The finite magnitude
of these three terms results from the requirement
that the initial and final quantum states for the sig-
nal generation process must be identical, i.e., the ex-
pectation value of the electric dipole moment opera-
tor is the trace of the product of the density opera-
tor and the electric dipole moment. The existence
of only these three terms is consistent with the fact
that the third-order susceptibility tensor in an iso-
tropic medium has three independent components.'®
To remind the reader once more that these three
terms correspond to the three quantum-mechanical
amplitudes discussed above. The quantities

(IiMy | £ ]J,My)

are given in terms of the reduced matrix elements
and the Clebsch-Gordon coefficients.!”” The reader

is referred to Ref. 19 for details of the computation.
1

. @
&s=i
2cey

+[5G' () -+

3 ([+G W) —+LU)+TM DR +R

Example 1. Consider the case where the polariza-
tion states of all the input fields are 0. Then the
physical mechanism giving rise to the four-wave
mixing signal is due to normal population. The sig-
nal field is given by

Eo=im— lsffg,,z’*F(J) 2 2 RE, (.1
B=1n=f

where

J
Fh=7 3 [{(J+IM—1|u|IM)|*.
M=—J
The polarization state of the four-wave mixing sig-
naliso,.
Example 2. Consider the choice of polarization
states such that

A ~ A
er=0,=¢p, and ¢,=0_ .

Then the mechanisms are cross population and Zee-
man coherence. The signal field is given by (in the
absence of foreign perturbers)

&y = zsz,sf,,sf [GWU)RE +Rs))
+HW)RE +RENT,
where
1 J+1
GW=7 Y |{J+IM|p|IM—1)]?
m=-—J-—1
X | (J+1M |u|IM +1) |2
and ;
HD=7 3 |[{(J+IM—1|p|IM)|?
M=-J

X[ (J+IM+1|pu|IM)|*.

The polarization state of the four-wave mixing sig-
nalis o_.

For an inhomogeneous medium in the extreme
Doppler limit, the contribution due to the Zeeman
coherence is negligible due to atomic washout of
R},f). Hence, it is possible to isolate the cross-
population term. One can choose the case for
which &, =0 =&, and &;=0_ which leads to the
isolation of the Zeeman coherence component in the
extreme Doppler limit.

Example 3. Now consider the case for which
éy=X=8&, and &,=J. For this choice all three
physical mechanisms contribute to the signal field,
ie.,

(1))

L'+ M DIRP+RP) ,
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where
L E 4 4
L= 3 (|(J+1M |p|IM +1) | + | (J+IM |p|IM—1)|%,
M=—J—1
. Jxl
M=+
M=—J

(| T +1M | | IM +1) |2 | (T +1M 42| | IM +1) |2
-1

+ | (T+IM | |IM —1) |2 | (J+1M =2 |p|[IM —1) |?) .

The prime quantities can be obtained from the
unprimed quantities by the following transforma-
tion: (1) interchange M with M +1 inside the
parentheses and (2) change the summation limits
from $J3x1 to 3J. Unlike the previous example
where the polarization characteristics yield positive
definite quantities, we can find choices of angular
momenta such that &;=0.

One finds that for transitions J =0—J =1 and
J =1—J =1, the three quantum-mechanical ampli-
tudes add up to give a total cancellation of the sig-
nal.?*® This prediction has been confirmed in degen-
erate four-wave-mixing experiments in sodium va-
por,” involving a single-photon excitation of the D2
line. The laser was tuned to the

32S1/2(F= 1 )—)32P3/2(F =0)

transition. With the choice of polarization states of
the radiation field as presented above, no signal was
observed in the detector.

VI.. CONCLUSION

We have presented a description of the three
quantum-mechanical amplitudes or nonlinear opti-
cal coherences responsible for the signal generated
in a degenerate four-wave-mixing process. The am-
plitudes correspond to the distinct excitation paths
that a set of three arbitrarily polarized radiation
fields can interact with a quantum system whose
Hamiltonian is spherically symmetric. In the col-

|

linear geometry, we found that in the extreme
Doppler limit the spectral response of the signal is
Doppler free. This property together with the in-
herently high signal-to-noise?! makes the degenerate
four-wave mixing a powerful tool for the studies of
atomic and molecular spectra. With the choice of
polarization states such that the counterpropagating
pump fields are linearly copolarized and the probe
field is cross polarized, we found that the generated
signal is null for electric dipole transitions
J=1—-J=0 and J=1—J =1 (in the absence of
buffer gases). This effect arises from a complete
cancellation of the sum of the quantum-mechanical
amplitudes providing a unique approach for the
studies of collisions in these transitions.!! And last,
we also showed that it is possible to isolate each of
the quantum-mechanical amplitudes by an ap-
propriate selection of the polarization states of the
radiation field in the inhomogeneously broadened
regime.
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