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Abstract

Raman-enhanced polarization beats (REPBs) with broadband noisy light are investigated using chaotic field, phase-
diffusion, and Gaussian-amplitude models. The polarization beat signal is shown to be particularly sensitive to the
statistical properties of the Markovian stochastic light fields with arbitrary bandwidth. Different stochastic models of
the laser field only affect the sixth- and fourth-order coherence functions. The interferometric contrast ratio is equally
sensitive to the amplitude and phase fluctuations of the Markovian stochastic fields. The constant background of the
beat signal originates from the amplitude fluctuation. The Gaussian-amplitude field shows fluctuations larger than the
chaotic field, which again exhibits fluctuations much larger than for the phase-diffusion field with pure phase fluctu-
ations caused by spontaneous emission. It is also found that the beat signal oscillates not only temporally but also
spatially, and the temporal period corresponds to the Raman frequency shift of 655.7 cm~!. The overall accuracy of
using REPB to measure the Raman resonant frequency is determined by the relaxation rates of the Raman mode and
the molecular-reorientational grating. It is worth mentioning that the asymmetric behaviors of the polarization beat
signals due to the unbalanced dispersion effects between two arms of interferometer do not affect the overall accuracy in
case using REPB to measure the Raman resonant frequency, and different colors are optimally correlated at different
values of the interferometric delay. © 2002 Elsevier Science B.V. All rights reserved.

PACS: 42.65.Dr; 42.65.Hw

1. Introduction

The atomic response to Markovian stochastic optical fields is now largely well understood [1-10]. When
the laser field is sufficiently intense that many photon interactions occur, the laser spectral bandwidth or
spectral shape, obtained from the second-order correlation function, is inadequate to characterize the field.
Rather than using higher-order correlation functions explicitly, three different Markovian fields are
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considered in these studies: (a) the chaotic field, (b) the phase-diffusion field, and (c) the Gaussian-am-
plitude field. The chaotic field undergoes both amplitude and phase fluctuations and corresponds to a
multimode laser field with a large number of uncorrelated modes, or a single-mode laser emitting light
below threshold. Since a chaotic field does not possess any intensity stabilization mechanism, the field can
take on any value in a two-dimensional region of the complex plane centered about the origin. The phase-
diffusion field undergoes only phase fluctuations and corresponds to an intensity-stabilized single-mode
laser field. The phase of the laser field, however, has no natural stabilizing mechanism. The Gaussian-
amplitude field undergoes only amplitude fluctuations. Although pure amplitude fluctuations cannot be
produced by a nonadiabatic process, we do consider the Gaussian-amplitude field for two reasons. First,
because it allows us to isolate those effects due solely to amplitude fluctuations and second, because it is an
example of a field which undergoes stronger amplitude (intensity) fluctuations than a chaotic field. By
comparing the results for the chaotic and the Gaussian-amplitude fields we can determine the effect of
increasing amplitude fluctuations [1-5].

This paper addresses the role of noise in the incident fields on the nature of the wave-mixing signal-
particularly in the time domain. This important topic has been already treated extensively in the literature
including the introduction of a new diagrammatic technique (called factorized time correlator diagrams)
[11-14]. They have treated the higher order noise correlators when circular Gaussian statistics apply. There
should be two classes of such two component beams. In one class the components are derived from separate
lasers and their mixed (cross) correlators should vanish. In the second case the two components are derived
from a single laser source whose spectral output is doubly peaked. This can be created from a single dye
laser in which two different dyes in solution together are amplified [11-13]. The present paper deals only
with the first class. That is to say, we are considering only the class of two-color beams in which each color
is derived from a separate broadband laser source. The doubled peaked beams 1 and 2 (Fig. 1) are paired
and correlated, but each of the peaks is uncorrelated. Beam3, having one of the peaks (from a same
broadband laser source) found in beams 1 and 2 is dependent and correlated to beams 1 and 2. In any case
the literature has already explored both theoretically and experimentally the use of such multicolor noisy
light in four-wave mixing (FWM). Interestingly, that work only treats the second class of multicolored
beams (a single laser source for the multipeaked “tailored” light) in self-diffraction geometry [11-14]. Also
that work did not treat the Raman-enhanced polarization beats (REPB) with phase-conjugation geometry
using three types of noisy models and furthermore its beam 3 was not noisy (it was “monochromatic’).

The chaotic field, the Brownian-motion phase-diffusion field, and the Gaussian-amplitude field are
considered in parallel with a discussion on REPB. We develop an unified theory which involves sixth-order
coherence-function to study the influence of partial-coherence properties of light field on polarization
beats. Polarization beats, which originate from the interference between the macroscopic polarizations,
have attracted a lot of attention recently [15-22]. It is closely related to quantum beats, Raman quantum
beats [16], or coherent Raman spectroscopy (CRS). CRS has become a powerful tool for studying the
vibrational or rotational mode of a molecule. The most commonly used coherent Raman spectroscopy is
coherent anti-Stokes Raman scattering (CARS) and Raman-induced Kerr effect spectroscopy. Recently
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Fig. 1. Schematic diagram of the geometry of REPB.
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Raman-enhanced nondegenerate four-wave mixing (RENFWM) has attracted much attention [23-26].
RENFWM is a third-order nonlinear phenomenon with phase-conjugation geometry. It over conventional
CARS possesses the advantages of nonresonant background suppression, excellent spatial resolution even
for the case of small Raman shifts, free choice of interaction volume, and simple optical alignment.
Furthermore, since the phase matching condition is not critical in RENFWM, it possesses a large
frequency bandwidth and is therefore suitable for studying subpicosecond relaxation processes which have
broad resonant linewidth. Fu et al. has performed time-delayed RENFWM with incoherent light to
measure the vibrational dephasing time [24]. They also found an enhancement of the ratio between the
resonant and nonresonant RENFWM signal intensities as the time delay was increased when the laser had
broadband linewidth [25]. One of the relevant problems is the FWM with broadband noisy light, which
was proposed by Morita et al. [27] to achieve an ultrafast temporal resolution of relaxation processes. Since
they assumed that laser linewidth is much longer than transverse relaxation rate, their theory cannot be
used to study the effect of the light bandwidth on the Bragg reflection signal. Asaka et al. [28] considered
the finite linewidth effect. However, the constant background contribution has been ignored in their
analysis. Our higher-order correlation on polarization beats includes the finite light bandwidth effect,
constant background contribution, light field fluctuations and controllable unbalance dispersive effects
[11,14]. These are of vital importance in the REPB.

2. Basic theory

REPB is a third-order nonlinear polarization beat phenomenon. The basic geometry is shown in Fig. 1.
Beams 1 and 2 consist of two central circular frequency components @, and w3, a small angle exists between
them. Beam 3 with central circular frequency ws is almost propagating along the opposite direction of beam
1. In a Kerr medium, the nonlinear interaction of beams 1 and 2 with the medium gives rise to two mo-
lecular-reorientational gratings, i.e., w; and w; will induce their own static gratings G1 and G2, respec-
tively. The FWM signal is the result of the diffraction of beam 3 by G1 and G2.

Now, if |w; — ws| is near the Raman resonant frequency Qg, a large angle moving grating and two small
angle moving gratings formed by the interference of beams 2, 3 and beams 1, 2, respectively, will excite the
Raman-active vibrational mode of the medium and enhance the FWM signal. The beat signal (beam 4) is
along the opposite direction of beam 2 approximately.

The complex electric fields of beam 1, E,;, and beam 2, E,», can be written as

E,y = Ei(F,t) + E2(F 1) = 41 (7, t) exp(—iwit) + 4> (7, t) exp(—iwst)

= g u (t) exp [ ( P — a)lt)] + &us(t) exp [ (kz r—wg)} (1)
E, = E|(F 1) + E5(F 1) = A\ (F, 1) exp(—iwit) + A5(F, t) exp(—iwst)
=& (t — v+ 01)exp {i(ki F—oit+ ot — wlér)}

+ &yus(t — 1) exp [i (l_% “F— st + a)w)} . (2)

Here, ¢;, I_c',-(sj., l_cl’) are the constant field amplitude and the wave vector of frequency components w; and w;
in beam 1 (beam 2), respectively. u;(z) is a dimensionless statistical factor that contains phase and amplitude
fluctuations. We assume that the w; (w;) component of E,; and E,, comes from a single laser source and 7 is
the time delay of beam 2 with respect to beam 1. dt denotes the difference between two autocorrelation
processes in the zero time delay (d7 > 0). On the other hand, the complex electric fields of beam 3 can be
written as
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Eys = As(F, 1) exp(—iwst) = esus(f) exp [i (1}’3 P wg)} . (3)

Here, ws, &3, and 123 are the frequency, the field amplitude and the wave vector of the field, respectively.

Different colors correlate at different delay times because they have been delayed in the dispersed beam
relative to the undispersed beam. This is analogous to the stretching of short pulses by transmission
through a dispersive medium (chirp). In fact, identical physical processes are responsible for chirp in co-
herent short pulses and the correlation functions of broadband fields. Considering the situation in which
the double frequencies noisy field derived from separate lasers with a finite bandwidth is split into twin
replicas; then one of twin fields, E,,, is transmitted through a dispersive medium so that it is no longer
identical to the other E,;. Two autocorrelations corresponding to static gratings G1 and G2, respectively,
are differently stretched in t because each color component between beams 1 and 2 is maximally correlated
at different time delay times, whereas in beam 1 or beam 2 all color components are maximally correlated at
the same delay time. The phases of chirped correlation functions exhibit a time dependence that is similar to
the time-dependent phases of chirped coherent short pulses. Unchirped (transform-limited) correlation
functions and short pulses have phases that are independent of time. An important practical distinction
between short pulses and noisy-light correlation functions is that the chirping of correlation functions in
double-frequency noisy-light interferometry can occur only after the double-frequency noisy field is split
into beams 1 and 2, and then only if there is a difference between the dispersion in the paths traveled by
beams 1 and 2, but a short pulse is chirped as it propagates through any dispersive medium between the
source and the sample. That is to say, ultrashort pulses of equivalent bandwidth are not immune to such
dispersive effects (even when balanced) because the transform limited light pulse is in fact temporally
broadened (it is chirped) and this has drastic effects on its time resolution (the auto-correlation). In this
sense the REPB with double-frequency noisy light has an advantage [11].

The order parameters Q; and O, of two static gratings induced by beams 1 and 2 satisfy the following
equations [23-26]:

W 90, = pEF 0 [EF ] @)
dd% 90, = a0 [B 7] (5)

Here y and y are the relaxation rate and the nonlinear susceptibility of the two static gratings, respec-
tively.

We consider a large angle moving grating (the order parameter Q) and two small angle moving gratings
(the order parameters Og,, Or3) formed by the interference of beams 2, 3 and beams 1, 2, respectively. The
order parameters Og;, Or2, O3 satisfy the following equations:

dthRl‘f'( )QRlZm—R{ 4y( } (6)
dth’”+< 00 = 40 1 >}, )
dthm + (7 —14)0ps = [ } Ay (7, 1). (8)

Here 4 = | — w3] — Qg is the frequency detuning; Qg and yy are the resonant frequency and the relax-
ation rate of the Raman mode, respectively. oy is a parameter denoting the strength of the Raman inter-
action.
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The induced five third-order nonlinear polarizations which are responsible for the FWM signals are
P = O\(F, 1)Es(7, 1)
= 1y (8/1)*83 exp {1[(1_(’1 — K+ l?;) F— st — o (1t — 51)} }
X /Ow u (t —1)uj(t — ¢ — v+ 0t)us(¢) exp(—yt') dr', 9)
Py = Os(F, 1)E5(F, 1)

= yye2(&)) ey exp {i{(l_c} — K+ l_c}) P — syt — 603‘5} } / us(t — )5 (t — ¢ — tus(t) exp(—y') de
0

(10)
Pr = %NocRQRl(F, HE, (7, 1) expli(w) — w3)t — 1w (T — 1)
= iypyrei()) e exp {i Kl_él — K+ %3) P — w3t — (T — 5‘5)} }
X /0Oo w ()u;(t — ' — 14 0t)us(t — 1) exp[—(yg — 14)]d7, (11)
Peo = 3 Now Qa7 ) (7, 1) expli(n — o)t — i
= izronei (£) & exp {i K/;l ~R+ /;3) oot~ W3T] }
X /0oo up (t — ) (t — ¢ — t)us(t) exp[—(yg —i4)]d?, (12)
Pes = 3 Now Qi 7 B (7, ) expli(n — )t — i (x — 50
= izr7r (2) €283 exp {i K/;z — K+ 723) 7= (205 — o)t — o (1 - 5f)} }
X /00O ui(t—1 — v+ 0t)us(t — ¢ )us(t) exp[—(yg — i4)]d7, (13)

with yr = Nog /8hyg and N the density of molecules.

3. The chaotic field

We have the total third-order polarization P®®) = P, + P, + Py + Pry + Prs. For the macroscopic system
where phase matching takes place this signal must be drawn from the P©® developed on one chromophore
multiplied by the (P®)" that is developed on another chromophore which must be located elsewhere in
space (with summation over all such pairs) [11-14]. In general, the signal is homodyne (quadrature) de-
tected. This means that the signal at the detector is derived from the squared modulus of the sum of all of
the fields that are generated from the huge number of polarized chromophores in the interaction volume.
The sum over chromophores leads to the phase-matching condition at the signal level and its square
modulus (the signal) is fully dominated by the bichromophoric cross terms. Thus the quadrature detected
signal is effectively built from the products of all polarization fields derived from all pairs of chromophores.
This bichromophoric model is particularly important to the noisy light spectroscopies where the stochastic
averaging at the signal level must be carried out [12,13]. The FWM signal is proportional to the average of
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the absolute square of P over the random variable of the stochastic process, so that the signal
I(4,7)  (|[P®]*) contains 5 x 5 =25 different terms in the sixth-, fourth- and second-order coherence
function of u;(¢) in phase conjugation geometry. The ultrafast modulation spectroscopy (UMS) in self-
diffraction geometry is also related to the sixth-order coherence function of the incident fields [15]. We first
assumed that the laser sources are chaotic fields. A chaotic field, which is used to describe a multimode laser
source, is characterized by the fluctuation of both the amplitude and the phase of the field. The random
functions u,(¢) of the complex noisy fields are taken to obey complex Gaussian statistics with its sixth- and
fourth-order coherence function satisfying [1,5]

)
i =1,3 (14)

and
(i (1 )ui()u; (63)u; (t4)) = ui(t)u; (1)) (ui(2)u; (1a)) + Cua(tn)u; (8)) (ui(2)u; (23)).- (15)

All higher order coherence functions can be expressed in terms of products of second-order coherence
functions. Thus any given 2n order coherence function may be decomposed into the sum of n! terms, each
consisting of the products of n second-order coherence function.

Furthermore assuming that laser sources have Lorentzian line shape, then we have

(wi(t)u; (1)) = exp(—wlt; — ta]). (16)
Here o, = %50),-, ow; is the linewidth of the laser with frequency w;.

We first consider the situation when the linewidths of the laser sources in beams 1, 2 and 3 are
broadband (i.e., oy, a3 > y,7g). The composite noisy beam 1 (beam 2) is treated as one whose spectrum
is simply a sum of two Lorentzians. In this limit, after performing the tedious integration we obtain
for:

(1) t>0o1
2 e (o + A[(Sey + oz) (0 4 a3) + A 7
1(A,r)o<(1+n%+n§)le3)fmev (B + 20) o + o) _ ]+2” (il + o)
(o0 +03)" + 4 o {(o{l + ot3)2 + Az} nes
AR VR (01 + 03)  Zrar4 2

+ + yx° p exp(—20 |t — 1))

o [(acl + oc3)2 + A2] (o + ac3)2 + A

2.2
ARVR 00 + 03
+n;{ R (0 + )
o3

+ 20?3 exp(—20s|t|) + 4nin, exp(—oy |t — 0t — ozt
(o + 23)° + A7] /{’11} p(—2as]t]) + 411, exp(—ou| | — os]7])

V2 A -

L ZIRVR cos[Ak - 7 — (01 — w3)T + @, 57]

2 2 [(ocl +a3)* + 4‘2}

O GO s))
2[(o + 03)” + 4%

sin {AI;?- (01 — w3)T + wi0t| p, (17)
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(i)0<t< ot

2 2
arVR (0 +os)  Argryyry4 b
iz o (1 1) (o: f o)’ + A - 051(::1 +Roc3)2 - 2003 (i + o) 437 exp(=2ofe = ¢

2,2
IRV

+ 2% 303 exp(—2037]) + —"RR__ exp(—2yx|t — o1

1o, exp(—205]1]) ol +00) p(=27%| )

2
+%n1;72 exp(—a |t — 91| — a3]t|) cos {Ak F— (0 — w3)T + w07
+ IrJ —exp(—ojt— 01| —« +———exp(— o3|t — 01| —«
7 | s exp(— ol = 0] =) + s exp(— mft = ] =l
><sin[AE-?—((»I—w3)‘c+w15‘r+A|‘c—5‘c|}, (18)

and (iii) T < 0, although the beat signal modulation is complicated in general, at the tail of the signal (i.e.,
It| > o, || > o3') we have

2 2 2
1a Vg (0 + o3 Al (5ay + o3)(ay +03) + 4 7y
1(4,7) o< (1 +77%+17§)L2>2_XRXVRV [ 5 ) 5o (i + o)
(o +03)" + 4 o {(051 + 0(3)2 + AZ} o063
32022y 2272
+ ]22 exp(—2y[t[) + RR 2 [(1 4+ o3) exp(—2px 7))
2“3 (O(] + 063)

+ (1 + o)y exp(—=2yg |v — o)) + exp(—yg|7 — | — 7[1])

4 A A
% MM XARVVR

7 {(ocl + 03)(2yg + )4 cos [AI}’ F— (01— w3)t+ w101+ Al — 5T|:|
oc3(oc1 +oc3)

- [(ocl + 20i3) (oty + 03)> + oclAz] sin [A% F— (0 — w3)T+ w01+ AT — 51@ } (19)

Here, n, = &/e1, 1, = ¢, /¢; and Ak = (131 - ]_"?1) - (l_c} - I_‘Z)

Relation (17) consists of six terms. The sixth term depending on the u;(¢) or u3(¢) fourth- and second-
order coherence functions is the cross-correlation intensity between five third-order nonlinear polariza-
tions, and gives rise to the modulation of the beat signal. The interferometric contrast ratio mainly
determined the modulation term is equally sensitive to the amplitude and phase fluctuations of the chaotic
fields. The other terms (the t-independent terms and the decay terms) depending on the sixth-, fourth- or
second-order coherence functions of u;(¢) or u;(¢) are a sum of the auto-correlation intensity between five
third-order nonlinear polarizations. Different stochastic models of the laser field affect only the sixth- and
fourth-order coherence functions. The constant terms in relations (17)—(19), which are independent of the
relative time-delay between beam 1 and beam 2, mainly originate from the amplitude fluctuation of the
chaotic fields. The fourth and fifth terms in relation (17), which are shown to be particularly sensitive to
the amplitude fluctuation of the chaotic fields, indicate an exponential decay of the beat signal as |1|
increases. On the other hand, REPB is different for t > 61, 0 < 7 < d7 and 7t < 0 in general. However, as
|t] — oo, Eq. (17) is identical to Eqgs. (18) or (19). Physically, when |t| — oo, beams 1 and 2 are mutually
incoherent, therefore whether 7 is positive or negative does not affect the REPB.

Eq. (17) indicates that when t > Jrt, the temporal behavior of the beat signal intensity reflects mainly the
characteristic of the lasers, i.e., the frequency w; — w; and the damping rate o + a3 of the modulation are
determined by the incident laser beams. If we employ REPB to measure the modulation frequency
wq = w3 — w1, the accuracy can be improved by measuring as many cycles of the modulation as possible.
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Since the amplitude of the modulation decays with a time constant (x; + o3) "' as |z| increases, the maxi-
mum domain of time delay |z| should equal approximately 2 (o + OC3)_1. We obtain the theoretical limit of
the uncertainty of the modulation frequency measurement Awy which is Awg = (o + o3), i.e., in the
modulation frequency measurement the theoretical limit of the accuracy is related to the decay time con-
stant of the beat signal modulation amplitude. In this case, the precision of using REPB to measure the
Raman resonant frequency is determined by how well w; — w; can be tuned to Qr. When 0 < 7 < d1, Eq.
(18) reflects not only the characteristic of the lasers, but also a molecule vibrational property. When t < 0,
Eq. (19) indicates that beat signal modulates with a frequency (w; — w;) — 4 = Qp and a damping rate
yr +7 as 7 is varied. We can obtain the resonant frequencies of the Raman vibrational mode with an
accuracy given by n(yg + y) approximately, which is mainly determined by a molecule vibrational property.

To illustrate, Fig. 2 shows the interferograms of the beat signal intensity versus relative time delay
for three different values of the reduced offset imbalance dz. It is noticed that as 7 increases, the peak-
to-background contrast ratio of the interferograms diminishes. Interestingly, the phase of the fringe
beating also changes sensitively to produce a variety of interferograms including asymmetric ones. ot
expresses the unbalance dispersion effects between the two arms. A simple realistic example is an in-
terferometer having an effective thickness of quartz or glass that differs significantly (many mm to a few
cm) between its two arms. Changing the thickness in one arm will control the degree of imbalance in
the dispersion effects [11,14]. Physically, dt corresponds to the separation of the peaks of the fourth and
fiftth terms of Eq. (17), i.e. the separation between the w; only interferogram and the w; only inter-
ferogram [22].

Egs. (17)—(19) indicate that beat signal oscillates not only temporally but also spatially with a period
21/ Ak along the direction Ak, which is almost perpendicular to the propagation direction of the beat signal.
Here Ak = 2n|A; — 23160/ 4344, 0 is the angle between beam 1 and beam 2. Physically, the polarization-beat
model assumes that the pump beams are plane waves. Therefore FWM signals of two static gratings, which

propagate along ki —l?{ +k and kb —l_cé + ks, respectively, are plane waves also. Since FWM signals
propagate along slightly different direction, the interference between them leads to the spatial oscillation.
Fig. 3 presents the theoretical curve of the normalized polarization beat signal intensity versus transverse
distance r with fixed time delay and frequency detuning. The beat signal oscillates spatially with a period
2n/Ak = A3/ — 43|60 =~ 0.6 mm, i.e., the spacing between the spatial interference fringes is 0.6 mm. To
observe the spatial modulation of the beat signal the dimension of the detector should be smaller than
0.6 mm, which is not interested in our experiment.
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Fig. 2. The beat signal intensity versus relative time delay. The parameters are w; = 3200 ps™!, w3 =3324 ps™', Ak =0, 1, =1, = 1,
A=0,/xx =1,7% =0.05ps™, 7 =02 ps~!,o; =10.8 ps~', o3 = 11.6 ps~!; while 5t = 0 fs for dotted line, 6t = 43 fs for dashed line
and ot = 100 fs for solid line.
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Fig. 3. Theoretical curve of the normalized polarization beat signal intensity versus transverse distance r. Parameters are o) = 2.7 ps~',
03 =29ps!, t=0ps, t=2831fs, 0=2.62x10"2rad, 4 =589 nm, A; =567 nm, y/yx =1, yr =0.05ps~!, y=02ps7!,

m=n=1and 4 =0.

We then consider the situation when the linewidths of the laser sources in beams 1, 2 and 3 are narrow
band (i.e., aj,03 < y,yx and yr|t|,y|t| > 1). In this limit, after performing the tedious integration we
obtain

2.2 2.2

TRVR 2R xR A 2 2.2 IRVR 2R xyrA 2
1(4,7) o< (14207 + 13 —~ + 721+ 22) + - Ty
( ) ( M ’72) Vlzg-l-ﬁz y,%—&-Az )C( ’11'72) V2R+A2 “/2R+Az X

2.2
x exp(—20 |t — 5t|) + (y}ijzz T 4;7%X2> exp(—2as|t|) + 4 exp(—o |t — 91| — o3]1])
R
>< {

+ MMXARYR

2 o3 1 .
1+ 1aryr4 + COS[Ak%’— w; — W3 r—i—wlér}
R/R (V‘VR+V2+A2 '))12{4’112) ( )

e +7) R
Yo +7) + 42 R+ A

sin [AI; F— (0 —w3)T + wlér} } (20)

This case when the pump beams have a narrow-band linewidth is similar to Eq. (17).

4. The Raman echo

It is interesting to understand the underlying physics in REPB with incoherent lights. Much attention
has been paid to the study of various ultrafast phenomena by using incoherent light sources recently [11—
14,22,27]. The REPB with incoherent lights is related to the three-pulse Raman echoes [23-25]. It is different
from the conventional true Raman echo which is a seventh order process or the Raman pseudo-echo which
is a fifth order process [29,30]. We now consider the case when the laser sources have a broadband line-
width, then

2
exp(—oc,-|t1 — t2|) ~ ;5(11 — 12)7 i= 1,3 (21)
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When we substitute Eqs. (14)—(16) and (21) into 1(4,7)  (|P®|*), we obtain, for:
(i) t>o1

(L+m+nm) | b } B Axr Ry 4
oo ur+o)] [(VR‘*‘V‘FOH +063)2+A2}

I(4,7) x XﬁyR[

1 33y 4 03)
iy | —— p R, T 2 ) -5
+x 7{20{1 + 203(7 + o) + 1~ exp(—2o |t — 1)

+ ’72’12}’2 V3 + 57/2063 + 5“/0(% + 2oc§
PR5 s (y + a3) (y + 203)

q

X cos[Ak - F — (w0 — 03)T + w,01] —

exp(—2as|t|) + 2nyn, exp(—o |t — dt| — az|t)

277 (y 4 03) TARVRYA 21 xR VRV

Y+ 203 y(yr + o1 +a3)2—|—yA2 o3(yr + 7+ o +ot3)2—|—<x3A2

WRVRY (YR F o1 +o3)  2yxryRY (Y A+ VR o+ o3)
YR + o 4+ a3)’ + 947 oa(yr 7+ o + o)+ os A

x sin [Al_c' F— (o) — w3)t + w15r} }, (22)
(i) 0 <1<t

(L+ni+m) miw } ~ 4r 7R A
o o u(r+u)] g [(VR +y+ou +0€3)2+A2}

1(4,7) KXZRVR{

L omn(3y +m) S5y +2
2, 12 o2 ) -5 2,22 )
+ v[zal T tm) | T exp(—2a |t — 0t|) + nymy 7 exp(—2ut()
2/RVR 2 7.z
+W exp(—2yr|t — 01|) + 2371, exp(—o |t — 01| — a3|t]) cos |Ak - F — (w1 — w3)T + w10t
103
o3 + 2y a7 o
— 4 AR AYRY o exp(—os|t — 97| — a3]7]) sin |Ak - F — (@) — w3)T + w01 + A|t — 51@,
Po1o3
(23)
and (iii)) 1 < 0
L+ni +n3 i 4yr A7 74 1 (3
1(4,7) 0<X121”/R[( i+ 3) UiV } B YRAVRY +X2V{—+M}
oy + o3 u(yr +o3)] g [(VR+V+061 +oc3)2+A2} 200 205(y + a3)

N 2% mn3y°
OCZ

21R 7k
exp(—2ylt|) + —al“a;‘ [exp( — 2yg|t — 07]) + n3 exp( — 2pr7])]
3

8111, PR
il — S7l — Ak 7— _ Al —
+ exp(—ygr|t — 01 /|r|)a3(a1+a3){cos[ k-7F— (0 —m3)t+ w o1+ 4|t 5r|]
— RV SIN |AK - F — (0] — 3)T 4+ 0101 + A|T — 51\] } (24)

Egs. (22)—(24) are analogous to (17)-(19), respectively. The total polarization [see Egs. (9)—(13)], which
involves the integration of ¢ from 0 to oo, is the accumulation of the polarization induced at a different
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time. We consider the case that the pump beams 1, 2 and 3 have a broadband linewidth so that it can be
modeled as a sequence of short, phase-incoherent subpulses of duration 7., where 7. is the laser coherence
time [27]. Although grating can be induced by any pair of subpulses in beams 1, 2, 3 only those pairs that
are phase correlated in beams 1 and 2 give rise to the t dependence of the FWM signal. Therefore, the
requirement for the existence of a 7-dependent FWM signal for = > 0 is that the phase correlated subpulses
in beams 1 and 2 are overlapped temporally. Since beams 1 and 2 are mutually coherent, the temporal
behavior of the REPB signal for t > 0 should coincide with the case when the pump beams are nearly
monochromatic.

5. The phase-diffusion field

We have assumed that the laser sources are chaotic field in the above calculation. A chaotic field, which
is used to describe a multimode laser source, is characterized by the fluctuation of both the amplitude and
the phase of the field. Another commonly used stochastic model is phase-diffusion model, which is used to
describe an amplitude-stabilized laser source. This model assumes that the amplitude of the laser field is a
constant, while its phase fluctuates as random process. If the lasers have Lorentzian line shape, the sixth-
and fourth-order coherence function is [1,5]

(i (11 )ui (2 )ui (83 )uy (ta)ui] (85)u; (t6)) = exp [ — ou(|ty — tal + |1 — 85| + [t1 — t6| + |2 — ta] + |t2 — 5]
+ |t —t6| + [t5 — ta] + |65 — 5| + |t — t6])] exp [o: (|61 — 12
+ |t — B3] + [t — 5] + [ta — 15[ + [ta — t6| + |ts — 26])], (25)
and

(ui(t)ui(82)u; (63)u; (ta)) = exp [ — o[ty — B3] + |1 — ta] + |62 — 13| + |12 — ta]) exploa(|ti — &2| + |t — ta])].
(26)

We first consider the situation when the laser sources in beams 1, 2 and 3 are broadband (i.e.,
a1, 03 > 7,yr). In this limit, after substituting Eqs. (16), (25) and (26) into (4, 1)  (|[P®*), we obtain,
for:

(1) > o1

2y (o + o) A(Soy + o3) (e +03) + A7) 4Py (

2.2
— IRXVRY o, + o)
(o + 03)* + 4 RAIR 2 [(“1 +a3)2+A2r 2003 e

1(4,7) o< (1+n7 +1n3)

2R VR4
+ |7 - R—fz exp(—2u |t — o1|) + mn3x” exp(—2ast))
(OCI —+ 063) + A

XAR VR4
(O(l + 063)2 —+ Az

+ 2y exp (— oyt — ot — oc3r|){ l;{z - cos [Al_c' = (0 —w3)T+ wlér}

— M sin {Al; F— (o) — w3)T+ 6015‘5} }7 @7
1+
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(i) 0 < 7t < dt/2

2 2 2
ArYr (00 + A(SO(1+OC3)(061+O(3)+A )

1(4,7) o< (1457 + 3) 2R —4 r( - 3)2—xmw [ R ]+2 (o + o3)
(o +o3)" + 4 2uy [(061 —|—oc3)2+A2} 01 03

2 2xrryr4

+ rereAr s
(O(] + 0(3)2 + Az

exp(—2o |t — d1]) + 17%17%)(2 exp(—2us|7|)

+ 2%, 1, exp(—oy |t — 81| — a3|t|) cos {Al? F= (0 —w3)t+ wlér}

2 | exp( — afe — o1] - e
— ) — a3l — Ot — 3]t
XXRYRYN1M2 (o1 — 0€3)2 yp y(fx% — oc%) p 3 3
+ 1 exp( — ot — o] — asfe]) p sin [AF -7 ( )+ 0107]
- xp( — oy |t — 01| — ozt 7= (0] — w3)T + w01,
(o — 3a3)2 y(a — o3) p 1 3 1 3 1
(28)
(iil) 01/2 <t < Ot
2 2 2
&R (0 + o Al(50q + o3) (o +03) + 4 )
1A o (147 4 ) PORCLES) [ A 5y (s + )
(o +o3)" + 4 204 {(oc] + 053)2 + Az} s
[ 2y xR 7R A 2,22
+ | - —LERRT | exp(—204|t — 01]) + exp(—2a;|t
x (O(] +o(3)2+A2 p( 1| |) M x p( 3| D
+ 27y, exp(—a |t — ot| — aslt) COS[AI_" 7= (01 — 03)T + 0167] = 212 VRV,
|25 (e e = ) exp( — ol — 5t| — o)
_ — azlt — ot] — a3lt]) — —aylt — ot| — a3l
_“/(“% —a3) (o — 063)2 + 94 ’
X sin [Al??— () — w3)T+ wlér], (29)
(iv) t < 0 and oy |7|, 03]| > 1
5 2
yayg (o + o A5 + o3) (0 +03) + 4
1(4,7) (1+n?+n§)szz—mev [ ) ]
(o +o3)" + 204 {(ocl +o3)” + Az]
P 5 5 A AR VYR [(O‘l + 2053) (o1 + 0‘3)2 + O‘IAZ}
5o (i + o) — expl—ai[ot] — (7 + 7)) P
01 03 o [(oq +o3) + 4 ]
X sin [Al??—(cul —w3)r+wlér+A|r—5r|}. (30)

Egs. (27)—(29) indicate that when 7 > 0, the temporal behavior of the beat signal intensity reflects mainly
the characteristic of the lasers. When 7 < 0, Eq. (30) is mainly determined by a molecule vibrational
property.
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We then consider the situation when the laser sources in beams 1, 2 and 3 are narrow band (i.e.,
or, 03 < 9, 9r and yprltl,v|t| > 1). In this limit, after performing the tedious integration we obtain

TRVR  IRIVRA
A R+ A

1(4,7) o< (1+nj +13) + 72 (L4 min3) + 20y, exp(—o [t — 51| — as]t])

5 A .
X { (;(2 - MRV*}) cos [Ak F— (0 —w3)T + wlér}

7R+

N 2
— ST sin [AF 7~ (0 — o) + o] } S
R

Eq. (31) indicates that the temporal behavior of the beat signal intensity reflects mainly the characteristic of
the lasers.

After that, based on phase-diffusion model, we consider the three-pulse Raman echo when the laser
sources have a broadband linewidth. Substituting Eqs. (16), (21), (25) and (26) into 1(4,7)  (|P@]?),
we obtain, for:

it>0

TRVR 4xr 1R 74 I,

1(4,7) o< (1415 +113)
HHa o[ty +a) + A 2%

(o + o3)

+ 20,07 exp(—ay |t — 91| — a3)7]) cos {AI? F— (0] — w3)t+ wlér}, (32)
and (i) 1 <0
TRVR 4rr 1y 4 L
B o[ty +m) + 4] 2%

1(4,7) o< (1407 +13) (omins + o)

+ 20,07 exp(—ay |t — 91| — a3)7]) cos {AI? F— (o) — w3)t + wlér} — exp[—ay|dt]

— (yr +MI7l] Wﬂ sin [Al; F— (0 —w3)t+ w6t + 4|t — 5‘C|:|. (33)
3
Egs. (32) and (33) are analogous to Egs. (31) and (30), respectively.

Egs. (27)-(33) are different from the result based on a chaotic model. Relation (27) consists of six
terms. The sixth term depending on the u(¢) or us(¢) fourth- and second-order coherence functions is
the cross-correlation intensity between five third-order nonlinear polarizations, and gives rise to the
modulation of the beat signal. The other terms (the z-independent terms and the decay terms) de-
pending on the sixth-, fourth- or second-order coherence functions of u(¢) or uz(¢) are a sum of the
auto-correlation intensity between five third-order nonlinear polarizations. Different stochastic models
of the laser field affect only the sixth- and fourth-order coherence functions. Egs. (30) and (33) are
short of the decay terms including these factors exp(—2y|z|) and exp(—2yg|z|)- Egs. (31) and (32) are
also short of the decay terms including these factors exp(—2a|t|) and exp(—2us|t|). These are shown to
be particularly insensitive to the phase fluctuation of the Markovian stochastic light fields [6-10]. The
drastic difference of the results also exists in the fourth-order coherence on ultrafast modulation
spectroscopy when these two models are employed [6]. Physically, the chaotic field has the property of
photon bunching, which can affect any multiphoton process when the higher-order correlation function
of the field plays an important role.
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6. The Gaussian-amplitude field

The Gaussian-amplitude field has a constant phase but its real amplitude undergoes Gaussian fluctua-
tions. If the lasers have Lorentzian line shape, the sixth- and fourth-order coherence function is [1,5]

(i (11 )i (82w (83 )i (g ) (85 )i (26) )
= (w1 )u; (1)) Cui (82 )i (13 )ui (25 )i (26)) + s (11 )ua(2s)) Qi (02 )i (83 ) (14 )i (26))

+ i (tr )i (16) ) (s (12 ) s (13 )i (2 Jui (85)) + (01 )i (12)) Qs (13 )tz (2 )i (85 )i (86))
+ i (10)ui (13)) Qi (12 )i (2 ui (85 i (1)) (34)
and
(i ()i (02)ui(63)ui(ta)) = Cui(tr)ui (1)) Qui(t2)ui(8)) + (i (1) (1)) (i (£2) i (13))
+ i (1) ui(12)) (i (13)ui (14)).- (35)

Based on the Gaussian-amplitude field, we first consider the case when the laser sources have a
broadband linewidth. Substituting Eqs. (16), (34) and (35) into /(4,7) <\P(3)|2>, we obtain as follows:
1) t>or1
(a1 + 03) (1 + 13 + n3)

1(4,7) < 1y
R/R (OCI +OC3)2+A2

+ o 1
ﬂ/izs) ]
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TRvRiB (o + o3) e +rﬁn§x2v
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Eq. (36) indicates that when 7 > Jt, the temporal behavior of the beat signal intensity reflects mainly the
characteristic of the lasers. When 0 < 7 < 61/2 and 61/2 < © < 7, Egs. (37) and (38) reflect not only the
characteristic of the lasers, but also a material vibrational property. When 7 < 0, Eq. (39) is mainly de-
termined by a material vibrational property.

We then consider the situation when the laser sources in beams 1, 2 and 3 are narrow band (i.e.,
o, 03 < 7, 7r and yglt[,y|t| > 1). In this limit, after performing the tedious integration we obtain

2xvR (143 + n3)

I(4,1) x
(4,7) 7R + A7

+ 72 (14 3mn3) —

24 TRVR > IRVRA |
2 2 P 2T T, 7 T XIR
TR +4 R +4 YR +4

2.2,2
ARV
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R
>< {

+ IRXVR

2xrvrAes 2yyryR4

+ 3}(2
Yr +9) +p4* R+ A

COS |:Ai€ ¥ = (601 — CL)3)‘C + 6015‘5:|

2039 +9r) 1 2%

Y+ +p42 v R+ A

sin [A/’é.f— (1 —w3)f+w,5r] } (40)

Eq. (40) is analogous to (36), which indicates that the temporal behavior of the beat signal intensity reflects
mainly the characteristic of the lasers.

Relation (36) consists of six terms. The fifth and sixth terms depending on the u;(¢) or us(¢) fourth-
and second-order coherence functions are the cross-correlation intensity between five third-order non-
linear polarizations, and gives rise to the modulation of the beat signal. The interferometric contrast
ratio mainly determined the modulation term is equally sensitive to the amplitude and phase fluctua-
tions of the Markovian stochastic light fields. The other term depending on the sixth-, fourth- or
second-order coherence functions of u;(¢) or us(¢) is a sum of the auto-correlation intensity between five
third-order nonlinear polarizations. Different stochastic models of the laser field affect only the sixth-
and fourth-order coherence functions. The constant terms in relations (36)—(40), which are independent
of the relative time-delay between beams 1 and 2, mainly originate from the amplitude fluctuation of
the Gaussian-amplitude field. The third and fourth terms in relation (36), which are shown to be
particularly sensitive to the amplitude fluctuation of the Gaussian-amplitude field, indicate an expo-
nential decay of the beat signal as |t| increases. The t-independent terms of Eq. (36) is identical to
those of Eqs. (37)—(39). Physically, when |t| — oo, beams 1 and 2 are mutually incoherent, therefore
whether 7 is positive or negative does not affect the REPB. Egs. (36)—(40) also indicate that beat signal
oscillates not only temporally but also spatially along the direction Ak, which is almost perpendicular to
the propagation direction of the beat signal. Three three-dimensional plots of the beat signal intensity
I(t, 4) versus time delay 7 and frequency detuning 4, I(z,r) versus time delay t and transverse distance
r and I(4,r) versus frequency detuning 4 and transverse distance r, respectively, have larger constant
background caused by the intensity fluctuation of the Gaussian-amplitude field in Figs. 4(a)—(c). At
zero relative time delay (r =0 and 6t = 0), the twin beams originating from the same source enjoy
perfect overlap at the sample of their corresponding noise patterns in Figs. 4(a) and (b). This gives
maximum interferometric contrast. As || is increased, the interferometric contrast diminishes on the
time scale that reflects material memory, usually much longer than the correlation time of the light. As
ot is increased, the contrast ratio is seen to diminish and the symmetry of the interferogram is de-
stroyed in Figs. 4(a) and (b).

It is important to note that these three types of fields can have the same spectral density and thus the
same second-order coherence function. The fundamental differences in the statistics of these fields are
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Fig. 4. Three three-dimensional plots of the beat signal intensity /(t, 4) versus time delay = and frequency detuning 4,/(t,r) versus
time delay t and transverse distance r and I(4, r) versus frequency detuning 4 and transverse distance r, respectively. The parameters
are ; =3200 ps™!, w3 =3324 ps!, 9t =831fs, oy =108 ps!, a3 =11.6 ps™!, 0=2.62x 1072 rad, y/yx =1, yr = 0.05 ps7',
y=02ps!, y, =n, = 1; while Ak = 0 mm™! for (a), Ak = 10.83 mm™!, 4 = 0 for (b) and Ak = 10.83 mm~!, ¢ = 0 ps for (c).

manifest only in the higher-order coherence functions [1-10]. The term “higher order” refers to all orders
larger than the second. In this paper, different stochastic models of the laser field only affect the sixth- and
fourth-order coherence functions. Figs. 5(a) and (b) present the beat signal intensity versus relative time
delay using laser linewidths 1 and 4 nm, respectively. The three curves in the figures represent the chaotic
field (dotted line), phase-diffusion field (dashed line), and Gaussian-amplitude field (solid line), respectively.
For beat pattern concision, the same constant intensity was subtracted from three signals. (Here we only
interested the relative compare value in three of them. The intensity goes negative for some calculations.
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Fig. 5. The beat signal intensity versus relative time delay. The three curves represent the chaotic field (dotted line), phase-diffusion
field (dashed line), and Gaussian-amplitude field (solid line). The parameters are w; = 3200 ps~', w3 = 3324 ps!, Ak =0, 6t =0 fs,

m=nm=1, 4=0, y/zx =1, y)r =0.05ps~!, y=0.2ps™'; while o =2.7ps!, o3 =29 ps™! for (a) and o = 10.8 ps!,
o3 = 11.6 ps~! for (b).

Actually that cannot happen to the total intensity.) The peak-to-background contrast ratio of the chaotic
field is much larger than that of the phase-diffusion field or the Gaussian-amplitude field. Furthermore, the
contrast ratio of the phase-diffusion field is slightly larger than that of the Gaussian-amplitude field. The
physical explanation for this is that the signal contrast ratio is equally sensitive to the amplitude and phase
fluctuations of the Markovian stochastic fields.The polarization beat signal is shown to be particularly
sensitive to the statistical properties of the Markovian stochastic light fields with arbitrary bandwidth. This
is quite different from the fourth-order partial-coherence effects in the formation of integrated-intensity
gratings with pulsed light sources [31]. Their results proved to be insensitive to the specific radiation models.
Figs. 6(a) and (b) show the interferogram of the beat signal intensity versus time delay and the spectrum of
the beat signal intensity versus frequency detuning. The constant background of the beat signal for a
Gaussian-amplitude field or a chaotic field is much larger than that of the signal for a phase-diffusion field
in Figs. 6(a) and (b). The physical explanation for this is that the Gaussian-amplitude field undergoes
stronger intensity fluctuations than a chaotic field. On the other hand, the intensity (amplitude) fluctuations
of the Gaussian-amplitude field or the chaotic field are always much larger than the pure phase fluctuations
of the phase-diffusion field.
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Fig. 6. The interferogram of the beat signal intensity versus time delay and the spectrum of the beat signal intensity versus frequency
detuning. The three curves represent the chaotic field (dotted line), phase-diffusion field (dashed line), and Gaussian-amplitude field
(solid line). The parameters are w; = 3200 ps™', w3 =3324ps~!, Ak=0, 6t=0fs, nyy=m =1, y/yr =1, yg =0.05 ps!,
y=02ps'; while 4 =0, 0, =108 ps!, a3 = 11.6 ps~! for (a) and T =0 fs, oy = 2.7 ps~!, a3 = 2.9 ps~! for (b).

Now, we discuss the difference between REPB and UMS with self-diffraction geometry from a physical
vrewpomt The frequency and wave vector of the UMS are w, =2w, — ), o, =20, —w, and
kAl = 2k/ kl, = 2k - kz, respectively, which means that a photon is absorbed from each of the two
mutually correlated pump beams. On the other hand, the frequency and wave vector of the FWM signal of
the REPB are o, = 0| — 0 + w3, w,, = 03 — 03 + w3, and, ks1 =k — k’ +k3, 5 = =k — k’ +k3, respec-
tively, therefore photons are absorbed from and emitted to the mutually correlated beams 1 and 2, re-
spectively. This difference between the REPB and UMS has profound influence on the field-correlation
effects. We note that the roles of two composite beams are interchangeable in the UMS, this inter-
changeable feature also makes the second-order coherence function theory failure in the UMS. In virtue of
(u(t))u(t2)) = 0, the absolute square of the stochastic average of the polarization |(P®)|* cannot be used to
describe the temporal behavior of the UMS [17-22]. Our higher-order theory is of vital importance in the
UMS [6-10].

The main purpose of the above discussion is that we reveal an important fact that the amplitude and
phase fluctuations play a critical role in the temporal behavior of REPB signal. Furthermore, the different
roles of the phase fluctuation and amplitude fluctuation have been pointed out in the time domain and
frequency domain. This is quite different from the time delayed FWM with incoherent light in a two-level
system [27]. For the latter case, the phase fluctuation of the light field is crucial. But the amplitude and
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phase fluctuations of the Markovian stochastic light fields are equally crucial in the REPB. On the other
hand, because of (u;(¢)) =0 and (u;(¢)) = 0, the absolute square of the stochastic average of the polar-
ization |(P®)|?, which involves second-order coherence function of u,(z), cannot be used to describe the
temporal behavior of the REPB. The sixth-order theory reduces to the second-order theory in the case that
the laser pulse width is much longer than the laser coherence time [31]. The second-order coherence
function theory is valid when we are only interested in the t-dependent part of the beating signal [17-22].
Therefore, the sixth-order coherence function theory is of vital importance in REPB. The application of
these results to the REPB experiment yielded a better fit to the data than an expression involving only
second-order coherence [6-10,31]. In this paper, we present experimental results for the material response in
REPB with phase-conjugation geometry using broadband chaotic fields. At present, it is difficult to achieve
the polarization beat experiment by the phase-diffusion field or the Gaussian-amplitude field. Therefore, it
is more difficult to get a clear picture of physical origins of the effects in each type of fluctuating field in the
experiment.

7. Experiment and result

We are interested in the temporal behavior of the REPB signal intensity with fixed frequency de-
tuning. The carbon disulfide (CS,) with 655.7-cm™! vibrational mode was contained in a sample cell with
thickness 9 mm. The second harmonic of a Quanta-Ray YAG laser was used to pump two dye lasers
(DL1 and DL2). Broadband sources DL1 and DL2 had linewidth 1 nm, pulse width 10 ns and output
energy 1 mJ. The first dye laser DL1 had wavelength 589 nm. The wavelength of DL2 was approxi-
mately 567 nm and could be scanned by a computer-controlled stepping motor. A beam splitter was
used to combine the central frequencies w; and w; components derived from broadband sources DL1
and DL2, respectively, for beams 1 and 2, which intersected in the sample with a small angle 0 = 1.5°.
The relative time delay t between beams 1 and 2 could be varied. Beam 3, which propagated along the
direction opposite to that of beam 1, was also derived from broadband source DL2. All the incident
beams were linearly polarized in the same direction. The beat signal had the same polarization as the
incident beams, propagated along a direction almost opposite to that of beam 2. It was detected by a
photodiode.

We first performed a nondegenerate FWM experiment in which beams 1 and 2 only consisted of w,
frequency component. We measured the RENFWM spectrum with fixed time delay by scanning w;. Our
results are showed in Fig. 7, which showed an asymmetrical resonant profile due to the interference between
the Raman resonant term and the nonresonant background originating solely from the molecular reori-
entational grating [23-26]. From this spectrum w; was tuned to the resonant frequency (i.e.,
A =|w; — w3] — Qr = 0). We then performed the REPB experiment with fixed frequency detuning by
measuring the beat signal intensity as a function of the relative time delay when beams 1 and 2 consist of
both frequencies w; and w;. Fig. 8 presents the result of the polarization beat experiment. The beat signal
intensity modulates sinusoidally with period 51 fs. The modulation frequency can be obtained more directly
by making a Fourier transformation of the REPB data. Fig. 9 shows the Fourier spectrum of the REPB
data in which t is varied for a range of 5 ps. Then we obtain the modulation frequency 124 ps~! corre-
sponding to the resonant frequency of the Raman vibrational mode 655.7 cm™~! and the standard deviation
0.107 cm™!.

We have studied the higher-order correlation effects on the REPB using three types of stochastic
models. The overall accuracy of using broadband REPB to measure the Raman resonant frequency is
also considered. Polarization beats can be employed as a spectroscopy because the modulation fre-
quency corresponds directly to the resonant frequency of the system [15]. For the Raman resonant
system, the modulation frequency is just the frequency difference of the two incident lasers when the
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Fig. 8. The beat signal intensity versus relative time delay. The filled squares denote the experimental result; the solid curve is the
theoretical curve with @, = 3200 ps™', w3 =3324 ps™, Ak =0,17, =1, = 1,6t =835, 4 =0, y/7g = 1,7 = 0.05 ps™!,y = 0.2 ps~!,

oy =2.7 ps~ and o3 = 2.9 ps~.

lasers have narrow bandwidths. The precision of using REPB to measure the Raman resonant fre-
quency is then determined by how well w; — w; can be tuned to Qr. However, due to the interference
between the Raman resonant signal and the nonresonant background, the Raman enhanced FWM
signal spectrum is asymmetric and the peak of the spectrum does not correspond to the exact Raman
resonant. Since there is a small uncertainty on tuning w; — w; to Qg, there is disadvantage of using
narrow band polarization beat to measure the resonant frequency of the Raman mode [9]. On the
contrary, since the modulation frequency of the beat signal corresponds directly to the Raman resonant
frequency when the lasers have broadband linewidths, there is great advantage of using broadband
polarization beat to measure the resonant frequency of the Raman mode. In this paper, we present a
theory and experimental results for the material response in REPB with phase-conjugation geometry
using broadband chaotic fields, which can provide Raman frequencies, is another interesting way to
study the stochastic properties of light. Previous extensive noisy light based CRS often called /¥ CARS
or I CSRS (coherent Stokes Raman scattering) yield both Raman frequencies via radiation difference
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oscillations (RDOs) and dephasing times in the interferometric time domains. Unlike in REPB in those
spectroscopies the presence of one monochromatic beam is essential [11-14]. Physically the REPB is
similar to the corresponding CSRS [23-25].

The temporal behavior of the REPB signal is quite asymmetric with the maximum of the signal
shifted from 7 = 0. We attribute this asymmetry to the difference between two autocorrelation processes
in the zero time delay. To confirm this, we can measure the FWM signal when beams 1 and 2 only
consist of only one frequency component. The difference in the zero-time delay was obvious in that
figure [22]. It is due to the large difference between the wavelengths of broadband noisy light sources
DL1 and DL2 so that the dispersion of the optical components becomes important. This can be un-
derstood as follows. The correlation functions of static gratings G1 and G2 is chirped in these ex-
periments owing to unbalanced dispersion in the interferometer generated by a dispersive material (the
optical glass in the delay line) in one arm but not the other. Owing to the difference in the indices of
refraction of optical glass and air, the beam 2 is delayed by the optical glass relative to beam 1.
Therefore the interferometer must be adjusted (the path of beam 2 is made shorter) to match this delay
and thus reestablish overlap, defined as that interferometric delay setting which allows for the global
minimization of the difference in phases of all of the colors contained in beam 1 relative to the same
colors in beam 2. The difference between the dispersion of optical glass and air causes chirping of the
correlation function, so different colors are optimally correlated at different values of the interferometric
delay. The bluer color w; correlate at later delay times (when the path of beam 2 is made shorter) and
the redder color w; correlate at earlier delay times (when the path of beam 2 is made longer) [11,14].
Consider the case that the optical paths between 1 and 2 are equal for w; component. Owing to the
difference between the zero time delays for the frequency components w; and ws;, the optical paths
between beams 1 and 2 will be different by c¢dt for the w; component. As the result, there is an extra
phase factor w0t for the w; frequency component. For an optical glass with refractive index n ~ 1.5,
the refractive index at 1; = 567 nm is larger than that at 1, = 589 nm by approximately 0.001. A 83 fs
delay between w; and ws; corresponds to the propagation of beams in the glass (mainly the prism in the
optical delay line) for a distance of about 2.5 cm. It is worth mentioning that the asymmetric behaviors
of the polarization beat signals due to the unbalanced dispersion effects of the optical components
between two arms of interferometer do not affect the overall accuracy in case using REPB to measure
the energy-level difference. By contrast, ultrashort pulses of equivalent bandwidth are not immune to
such dispersive effects (even when balanced) because the transform limited light pulse is in fact
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temporally broadened (it is chirped) and this has drastic effects on its time resolution (the auto-cor-
relation). In this sense the REPB with broadband noisy light has an advantage [11].

In conclusion, the higher-order field correlation effects on the REPB with phase-conjugation geometry in
Raman resonant system are investigated using chaotic field, phase-diffusion, and Gaussian-amplitude
models. The polarization beat signal is shown to be particularly sensitive to the field statistics. Different
stochastic models of the laser field only affect the sixth- and fourth-order coherence function. Based on
three types of models, the cases that the pump beams have either narrow band or broadband linewidths are
considered, and it is found that the beat signal oscillates not only temporally with a period of 51 fs but also
spatially with a period of 0.6 mm. The temporal period corresponds to the Raman frequency shift of
655.7 cm™!. The overall accuracy of using REPB to measure the resonant frequency of Raman-active mode
is determined by the relaxation rates of the Raman mode and the molecular-reorientational grating. It is
worth mentioning that the asymmetric behaviors of the polarization beat signals due to the unbalanced
dispersion effects between two arms of interferometer do not affect the overall accuracy in case using REPB
to measure the Raman resonant frequency, and different colors are optimally correlated at different values
of the interferometric delay.
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