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NONLINEAR OPTICAL PHENOMENA

Interference suppression of SRS
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Abstract. The theory of three-wave SRS is developed, which
takes into account nonlinear dispersion of a medium for
arbitrary phases of the pump waves at the input to the
medium. The effect of interference suppression of SRS is
predicted for values of the total phase of the three-wave pump
2n+1Dn (n=0, £1, £2...), the effect being caused by the
destructive interference of polarisations of the nonresonant
dipole-allowed transitions. The relation between the contri-
butions of the linear and nonlinear dispersions to the SRS is
found. It is shown that at a sufficiently large wave detuning,
the anti-Stokes wave amplitude experiences spatial oscilla-
tions.

Keywords: stimulated Raman scattering, interference, coherence,
nonlinear dispersion, phase.

1. Introduction

Stimulated Raman scattering in the general case is a
coherent process. Coherence means that the interfering
pump and scattering waves interact, and the wave equation
for SRS cannot be reduced to equations for the wave
intensities. Often, SRS is excited by bichromatic pump
waves whose frequency difference is equal to the frequency
of a Raman transition. In this case, efficient generation of a
broad spectrum of Stokes and anti-Stokes harmonics is
observed [1]. Nonlinear dispersion of the medium deter-
mines the formation mechanism of the total phase of the
waves during their coherent interaction in the active
medium [2]. Unlike the linear dispersion when the wave-
numbers are directly proportional to real parts of linear
polarisabilities, the wavenumbers and phases are found in
this case from the solutions of the corresponding differ-
ential equations. A qualitative change in the dispersion
character, which consists in the mutual adjustment of the
phases, leads to a nonlinear trapping and phase jump [2].

It is natural to assume that the above features of
coherent SRS will be significantly affected by the phase
ratio of the pump waves at the medium input. Amplification
of the Stokes and anti-Stokes components of the sponta-
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neous Raman scattering induces the phase difference. The
phase difference can also be produced in a controlled
manner in excitation of SRS by two- and three-wave
pump, i.e., it acts as an independent parameter in the
experiments. Earlier, this extra physical factor was not
taken into account when considering the SRS; the pump
waves in theoretical calculations were assumed in-phase,
and the phase relations in the experiments were not
controlled.

The aim of this the work is to find out the qualitative
features and the degree of influence of the phase ratio of the
pump waves at the medium input on the three-wave SRS.
This simple version of the SRS is implemented at small
optical thickness of the amplifying medium. The medium is
a gas of quantum A-systems. We restrict our consideration
to the intensity-unsaturated SRS and study only the axial
scattering in the direction of the pump wave propagation.

2. Medium polarisation

Let us designate the two lowest states of the dipole-
forbidden Raman transition by 1 and 2, and the
unpopulated upper state by 3. The density matrix equations
in the case of homogeneous broadening have the form [3]

. 2d,& .

P10y =701 + 55 Reipy,

. 2d,& .

a2 = P2 +T Reips,, p3 =0,

—1p3; + w313 = 7 (dipy + drpy)), M
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—ip3y + 03p5 = 7 (dopy +dip3)),

i&

7 (dhp3; + d1p32)-

P+ (I +iwyy)py =
Here, p; and w; are the off-diagonal density matrix
elements (polarisations) and the frequency of the transitions
Jj < [, respectively; p;, and plol are the current and
equilibrium level populations of the Raman transition; p,
is the population of state 3; d; , are the matrix elements of
dipole moment operators for nonresonant dipole-allowed
transitions 1 < 3 and 2 < 3, respectively; y and I' are the
longitudinal and transverse relaxation rates of the Raman
transition; & is the electric field amplitude of radiation in
the medium; 7 is Planck’s constant.
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We will represent the field in the medium in the form

=F Z E,(z)cos?,, VY,=w,t—k,z+ ¢,
n=-—1 (2)
w, = wo +nwyy, Eg(0) =1, E1(0) =gy, Ei(0) =g,

where E, is the dimensionless field amplitudes; w,, k,, and
¢, are the frequencies, wavenumbers, and initial phases of
the fundamental pump wave (n = 0), Stokes wave (n = —1),
and anti-Stokes (n=1) wave; z is the longitudinal
coordinate; ¢ is the time.

We will seek the solution of equation (1) in the form

1

p3j: Z Z exp(lslpm) s(m>a (3)

s=—1,1m=-1

J=12, py =expli(¥_; — V)]

Substituting expressions (3) into equation (1) and using
the rotating wave approximation [4] lead to the stationary
equations, whose solution with allowance for the first terms
nonlinear (cubic) in the field amplitudes have the form
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The medium polarisation is defined as
1

P = 2NRC(d“031 + d2p32)E Z (Psn sin lpn + Pcn cos q/n)a (5)

n=-—1
where N is the concentration of active molecules; P, and
P, are the real and imaginary parts of the amplitudes of
polarisation waves. Calculating the Py, and P, values (5)
with the help of (3), (4) yields

b(f_\E_, +f, cos OF))E}
PS—l = - 2 bl
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Note that in the approximation under study, the real
part of polarisation P, produced by the pump wave is linear
in the field amplitude.

3. Equations for the total phase
and slow amplitudes

Differentiation of the equations for the field (2) while
retaining only the first derivatives of the amplitudes with
respect to the coordinate and substitution of the results into
the wave equation

2 2 2
R G D
0z2

c? or? cr o’
where ¢ is the speed of light,
approximation yield

in the rotating wave

dk,\ dE, dk d’k, 4new}?
n 2 n — _ n
(k T )dz+< dz+zd2>E” c2E T
dk 4 2 @
w T w "
n_ T My 2 p (1 p
dz ¢ +EE,, e ( +EE,1 C")’

n=-1,0,1.
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Use of the approximation associated with the expansion
of the square root in the last three expressions for the
wavenumbers (7) leads (as shown by the corresponding
numerical calculations) to underestimating the amplitude of
the anti-Stokes wave by approximately 5 % in the region of
its output to the stationary value and virtually has no effect
on the Stokes wave amplitude and the total phase © (4). In
what follows, we will restrict ourselves to this approxima-
tion.

Expressing the derivatives of the wavenumbers in the
first three equations (7) from the last equations with the help
of (6) and solving this system for the first derivatives of the
amplitudes, in a cubic field approximation we obtain the
equations for the amplitudes

dE; _ <1 —E>f_1(f_1E_1 +ficos OF, ) Eg,
d¢ o
dE .
S50 (fAEY - BB, ®
dz

E .
dE, — _<1 +E>f1(f_l cosOF_,; +flEl)E§;
d¢ o

2
{(=Gz, G= 4na(l — &/o) Nnod, dyic
(1 — a?)chng

) 4nN(dipl + dip?)

d = ’

(1 — a?)hos)

Equations (8) have an integral of motion (the Manly—
Row relations [3, 5])

E’ . E
E§ +——1— = const
lfs/oc+ 0+1+s/a cons
2 2
-1 81
=1 =U. 9
+1—£/oc l+¢/a ©)

Taking into account the parameters ¢ and o (4), these
relations represent the sum of the ratios of the energy
densities of the waves to their frequencies and express the
law of conservation of the total number of quanta of all the
waves participating in the nonresonance SRS. Because of (9)
the intensity of the main pump wave is determined by the
intensity of the scattered waves, we will continue to track
only the behaviour of the amplitudes of the Stokes and anti-
Stokes waves.

The equation for the total phase ® (4) is derived from
equations (7) with the help of series expansion of the linear
parts of real polarisations (6) in the small parameter ¢ up to
the second order:

do . (14¢/a)E2 — (1 —¢/a)E}
a - n+ngf 1 fisin@ B )

(10)

2ng(3+a®)(dip) + d5py) o2
(1 — 3/2)2(1 — 062)2710Kd1d2 ’

where n = (2ky—k_; —k;)/G is a dimensionless wave
detuning caused by the real parts of polarisations that
are linear in the field amplitudes.

The first and third equations in (8) with allowance for
the equality from relation (9)

E?| Ef
1—¢/o 1+¢/a

E;=U (11)

together with equation (10) form a closed system of
equations describing a three-wave SRS under conditions
of the nonlinear dispersion of the medium. The boundary
conditions for this equation have the form:

E(0)=g. E(0)=g. ©0(0)=2.

In the limit ¢ — 0, the resulting system of equations
coincides with accuracy to notations with equations (4) from
[6]: the only difference is that the latter describe axial and
conical scattering.

4. Spatial development of SRS

We will estimate the problem parameters as applied to the
SRS on the rotational transition J=1++ J=3 of the
hydrogen molecules. For the initial parameters w, =
587cm™!, wy =188 x10* cm™ (1 =1532nm), ;3 =
10° em™', N=2.69 x 10" cm™ (pressure, 1 atm), plo =
0.493, pd = 0.249, ny = 0.244, I' = 0.1 cm ™", d, = d, = 5D,
and the 50-MW cm? intensity of the main pump
component, the calculated parameters are: o =0.19,
¢=0.0059, 4= 48x10*cm™', f, =1.005, f, =1.007,
ng = 1.00033, G =0.175 cm™', k = 0.0137, and 5 = 0.05.

The numerical solution of equations (8)—(11) shows that
in the case of small wave detunings  and relatively large
and close-to-the-initial values of the amplitudes of the
Stokes and anti-Stokes waves, their amplitude at { > 0.5
significantly depend on the initial total phase of the pump
waves @ (Figs la, b). When @ = +r, the amplitudes of both
waves vary with distance much slower than when & ~ 0.
Thus, the SRS is suppressed. The calculations imply that
this effect exists for g_; ~g; > 0.1 and becomes more
pronounced with increasing g,;.

The physical mechanism of the SRS suppression is
clarified on the basis of equations (8)—(11) in the limit
n, &€ — 0, fr; — 1. In the case of & = £x, when the phase in
the medium has a constant value @ = +n (Fig. 1c), the
factor cos O in the right-hand sides of equations (8) for the
wave amplitudes is equal to —1. The system of equations
(8)—(11) then reduces to two equations for the amplitudes:

dE_,

=—~r(E_| - E))E 12
dC dC ( -1 l) 0> ( )
and equality (11).

Apart from relations (9), equations (12) have the integral
of motion

E | —FE ~const=g_ ;| —g. (13)

It follows from equations (12), (13) that in the case of
g_1 ~ g, the derivatives of the amplitudes of the Stokes and
anti-Stokes waves are small and the SRS is suppressed. The
difference between the amplitudes (13) at ® = £ is propor-
tional to the imaginary part of the constant component of
the polarisation of the Raman transition r (4), which, as seen
from the last equation in (1) is proportional, in turn, to the
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Figure 1. Amplitudes of Stokes (a) and anti-Stokes (b) waves as well as the total phase (c, d) as functions of the dimensionless length { and the initial
total phase @ at n =0.007, g_; =0.5, gt =0.49, k = 0.1, ¢ = 0.006, o« = 0.2. The phase © (Fig. 1d) is calculated by expression (16) for /1, = 180,

q=0.07,and {; =0.7.

difference between the polarisations of the nonresonant
dipole-allowed transitions. Thus, the SRS is suppressed
due to destructive interference of these polarisations that
is similar to destructive interference, which is the cause of
the coherent population trapping [7] in the case of the
resonant interaction of two waves with a dipole-allowed
transitions of the A-system.

Let us discuss the behaviour of the phase. At a small
initial phase @ =~ 0, the phase in the medium remains
virtually unchanged up to some value { ={;, <1, and at
the point {, ~ g;/g_, it experiences a jump by m and then
quickly takes the stationary value (Fig. 1c). This behaviour
has been called nonlinear trapping and phase jump [2, 6]. At
positive initial phases, @ > 0, the phase jump in the medium
A® with increasing the length is positive, A® = &, and at
® < 0 — negative, A@ = —n. Consequently, a small change
in the initial phases from negative values to positive ones
causes a 2m phase jump at the point with the coordinate
{ > {y. For |@| > 0.1, the phase jump quickly disappears.
These peculiarities in the behaviour of the phase were not
observed earlier in the literature.

The qualitative behaviour of the phase (pulling, jump,
and a quick attainment of the stationary value) is due to
fundamental changes in the mechanism of dispersion, which
in the nonlinear case is determined by differential equations
(7), (10). The main feature of equation (10) is the depend-
ence of the phase derivative on sin ©®, which arises due to
nonlinearity (cubic in the field) of the medium polarisation.
This mechanism acts as follows. In the limit  — 0, equation
(10) can be written as

i—?xhsin@, 0(0) = @, (14)

where / is the coordinate function determined by the wave
amplitudes. To simplify the situation, we set the function %
constant. In this case, equation (14) has a solution

; (]
® = 2arccot (e M cot 3 > ) (15)

The behaviour of the function O((, ®) agrees qualita-
tively with the behaviour of the phase shown in Fig. Ic;
however, in contrast to the calculated phase, the function
O, ®) is more smooth and has no jumps. From the
calculations of the A({) dependence under the conditions
adopted while plotting Fig. 1, it follows that the function
h({) can be approximated by the expression h=
ho/[1 4+ (€ = (o)*/q°], where hy, (o, and ¢ are the constants.
Using this approximation in equation (14) leads to a
solution

(-G

6= 2arccot{exp [— hog ( arctan

)
+ arctang—oﬂ cot —}.
q 2

Expression (16) in the case ¢ < 1 and hyg > 1, with an
appropriate choice of parameters, describes quantitatively
well the pulling (nonlinear trapping), jump, and a quick
attainment of the stationary phase @ (Fig. 1d). From

(16)
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solutions (16) follows clear explanation of phase jumps
when changing the spatial coordinates and changing the sign
of the initial phase.

The above analysis of the phase behaviour showed that
the phase jump appears when its derivative is large (& > 1).
When g_; =~ g, this is due to the fact that, as follows from
the third equation in (8) with a negative right-hand side, the
amplitude of the anti-Stokes wave at ( <, decreases
linearly from an initial value to almost zero®. Then, the
phase jump changes the signs of cos @ and of the right-hand
side of the third equation in (8) for the amplitude of the anti-
Stokes waves; as a result, the amplitude remains positive
and increases. However, there is another way of increasing
the derivative of the phase — the use of bichromatic
pumping. In this case, g_; =~ 1, and the value of g; is
determined by a spontaneous seed that is several orders of
magnitude smaller than the initial amplitude of the Stokes
pump. As seen from equation (10), h~g_ /g > 1 for
{ =0. Therefore, the phase jump occurs immediately at
the medium input. Figure 2 shows the numerical solution
of equations (8) — (11) for this case. The phase behaviour in
this case (Fig. 2c) agrees with the above qualitative
considerations. Because the nonlinear dispersion begins
to affect at { < 1, amplification of the Stokes and anti-
Stokes waves at the medium input is determined only by a
small wave detuning 7, i.e., occurs in an optimal way in the
regime of the coherent SRS. This explains the high
efficiency of harmonic generation in the multifrequency
SRS using a bichromatic pump [1]. The dependence of the
amplitudes of scattered waves on the initial phase @
completely disappears in this case (Fig. 2a, b), and the
amplitude of the anti-Stokes waves coincides up to a factor
with the amplitude of the Stokes wave. The latter is due to
the fact that in this case, approximate equation (12), (13)
are used, where g_; > g;.

The above analysis was conducted for the case of small
dimensionless wave detunings (y < 1), when the nonlinear
dispersion of the medium dominates. Let us now find the
relation of linear and nonlinear dispersions, which is given
by #. As seen from the formula for # (10), the value of 5
increases with decreasing SRS saturation parameter k (4)
(pump power) and population difference, as well as with
increasing Raman transition frequency and angular diver-
gence of radiation [1]. Calculations show different
behaviours of the phase and amplitude of the anti-Stokes
wave with increasing detuning and varying the initial
amplitudes g_; =~ g;. Namely, at sufficiently large detunings
the phase jump @ occurs against the background of its
decrease with increasing coordinates by the law O =
—n{ + @, which follows from equation (10) (determined
by the nonlinear dispersion) with omitted terms in the right-
hand side. At some critical value 5 = 5,, the phase jump
completely disappears. The n, increases with decreasing
initial amplitudes. In particular, n, =3.8 and 8.2 for
g_1=0.5 and 0.2, respectively.

The wave amplitudes, starting with # ~ 3 — 5, oscillate
with the frequency #. Oscillations are more pronounced for
the anti-Stokes wave, and with increasing 7, their amplitude
decreases, making a few percent for large  (n =~ 80). The

*Taking into account only the linear dispersion, as shows the solution of
the corresponding equations, the amplitude of the anti-Stokes wave
vanishes at point { = {, and then becomes negative, which means a phase
jump by =.
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Figure 2. Amplitudes of Stokes (a) and anti-Stokes (b) waves as well as
the phase @ (c) in the case of a bichromatic pump at g_; = 0.5, g; =
0.0001, n = 0.007, k = 0.1, ¢ = 0.006, o« = 0.2.

amplitude of the anti-Stokes wave oscillates simultaneously
with its general decrease when the length increases up to
zero. The example of the behaviour of the wave amplitudes
and the phases for the transition values of the wave detuning
is shown in Fig. 3.

At n > 100, the amplitude oscillations in equations (8)
are averaged, and these equations are reduced to the
equations for dimensionless wave intensities W, = E2:

dw._ g, W a

d61:2< *&)ﬁlW’l(U*ﬁiT;/“)
a7

aw, )

& -2
d¢ <1+&)]l Wl(Uilfs/ocilJrs/oc
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Figure 3. Amplitudes of Stokes (a) and anti-Stokes (b) waves as well as
the phase @ (c)atn=6,g_; =0.2, g =0.19, ¢ = 0.006, & = 0.2.

As a result, the SRS becomes noncoherent and phase
independent.

When ¢=0, f,; =1, the transcendental solution of
equation (17) has the form

2
- 1 : <U—2g1—QU+Q—2W1>’(18)

n
20(gt — w) U-2g2+QU—-Q-2W,

U=1+g> +gf.

Qz\/1+2g31+2g12+(g31—g12)2a

W =ghgiwil.

The graphical solution of (18) for different values of g2,
and g{ shows that in all cases, the anti-Stokes wave intensity

decreases monotonically from its initial value to zero, and
the Stokes wave intensity increases monotonically to a
limiting value determined by (9).

Note that the effect of the nonlinear dispersion of the
medium on the anti-Stokes SRS component is determining
at # <1 and has a significant impact in a wide range of
values 1 (1 <y < 50), including in the case of small
saturation parameters. Therefore, the effects induced by
the nonlinear dispersion should be observed upon the SRS
not only on rotational but also on the vibrational transitions
of molecules.
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