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Propagation of intense and short circularly polarized pulses in a molecular gas:
From multiphoton ionization to nonlinear macroscopic effects
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We present a detailed analysis of the propagation dynamics of short and intense circularly polarized pulses
in an aligned diatomic gas. Compared to linearly polarized intense pulses, high harmonic generation (HHG)
and the coherent generation of attosecond pulses in the intense-circular-polarization case are a new research
area. More specifically, we numerically study the propagation of intense and short circularly polarized pulses
in the one-electron H,* molecular gas, using a micro-macro Maxwell-Schrodinger model. In this model, the
macroscopic polarization is computed from the solution of a large number of time-dependent Schrodinger
equations, the source of dipole moments, and using a trace operator. We focus on the intensity and the phase of
harmonics generated in the H,™ gas as a function of the pulse-propagation distance. We show that short coherent
circularly polarized pulses of same helicity can be generated in the molecular gas as a result of cooperative

phase-matching effects.
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I. INTRODUCTION

We study in this paper the highly nonlinear effects of
propagation of intense and short circularly polarized (CP)
pulses in a one-electron Hy* molecular gas. This work is in
particular motivated by interest in circular filamentation [1],
and more generally by the generated effects, at the macroscopic
level, of molecules subject to intense and short few-cycle
CP light. We simulate the evolution of the intensity and
the phase of the generated odd time harmonics during the
laser-molecule interaction as a function of the propagation
length of the pulse in the gas. This is possible by using
the Maxwell-Schrodinger-plasma (MASP) propagation model
and code which was presented in several papers [2-5]. The
MASP equations consist of the coupling of (i) macroscopic
Maxwell equations modeling laser-pulses interacting with (ii)
many laser-molecule time-dependent Schrodinger equations
(TDSEs) from which are deduced by using a trace operator,
the macroscopic polarization from the total-laser-induced
molecular dipole moments.

High harmonic generation (HHG) in atomic or molecular
gases by high-intensity ultrashort linearly polarized (LP) laser
pulses is currently the main method for producing coherent
extreme ultraviolet and attosecond (as) pulses [6]. This is based
on a universal model of electron-recollision with a maximum
harmonic energy,

Nhao = I, +3.17U,, (1)

where [, is the ionization potential of the atom or molecule,

U, = e?E*/(4mw]) is the ponderomotive energy of the
electron in an oscillatory field E(¢) of maximum intensity
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I =eE?/8m and frequency wy [7-13]. Molecules offer an
interesting medium because both ionization and recombi-
nation steps are dependent on the particular symmetry of
the highest occupied molecular orbital (HOMO) and orien-
tation [10-12,14]. Furthermore, at large distances, stretched
or dissociated molecules offer the possibility of obtaining
harmonics well beyond the 3.17U,, cutoff law (1) [10,15,16].
The recombination LP model allows us to perform a full
tomographic reconstruction of the HOMO at a high degree
of spatial alignment of the molecules [17—-19]. For LP pulses
the mathematical steps in structural retrieval from HHG are
based upon the strong-field approximation (SFA), a single
active electron (SAE) model, and a three-step process [7,8]:
(i) tunneling ionization with zero initial electron velocity;
(>ii) acceleration in the laser field E(t¢); (iii) recombination
back into the bound electronic state. This simple three-
step model can be shown to always produce a maximum
return energy predicted by Eq. (1), even with nonzero initial
velocity upon ionization [9]. Several important questions
still remain open, such as the influence of the intense laser
field upon the bound electronic states upon recombination
[20], depletion of the initial ground state [21], the influence
of the Coulomb potential on the continuum electron states
[22]; all effects neglected in SFA. Finally, it is important
to consider macroscopic propagation effects because these
lead to interesting phenomena such as filamentation [23,24]
with the conclusion that ionization dynamics can strongly
influence the synthesis of isolated attosecond pulses [25].
We focus in this paper on the single-electron Hy™ system,
which nevertheless involves coupled electron-nuclear motion
beyond the Born—Oppenheimer approximation [26]. For this
H,™ system, a previous TDSE simulation with exact non-
Born—-Oppenheimer solutions lead to enhanced ionization and
HHG in the presence of an attosecond extreme ultraviolet
(XUV) and infrared (IR) fs pulse with the resulting efficient
generation of attosecond pulses [27]. A first Maxwell-TDSE
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equation for this system was then developed, based on a
slowly varying envelop approximation (SVEA), leading to a
first-order partial differential equation [28]. Such an approach
neglects ground-state depletion due to ionization, neglects
backward propagation, and is therefore appropriate only for
low field strengths. It was nevertheless found that initial
attosecond pulses could be shortened further in time through
the resultant HHG attosecond pulses produced nonlinearly
in the presence of an intense IR fs pulse [29]. Later, a
Maxwell-TDSE model was developed in Ref. [30], where
aligned one-dimensional (1-d) H,™ molecules were subject
to intense short LP fields. The present work is an extension of
Ref. [30] in the case of CP pulses.

For circularly polarized fields interacting with atoms,
recollision is predicted from classical models to be absent
and requires pairs of co- or counter-rotating circular pulses
[31-33]. We show that including propagation effects can pro-
duce HHG with single CP intense pulses in molecular systems.
In this paper we address the problem of attosecond-pulse
generation and propagation by HHG in an aligned molecular
medium subject to CP pulses [34-36]. The molecules are
assumed to be aligned, and with all the same orientation,
thanks to a first low-intensity pulse. We emphasize that this is
a not a constraint of the model and random orientation of the
molecules could also be considered. The propagation effects on
the generated harmonic intensities were specifically analyzed,
such as the coherent generation of high-energy photons as a
function of the pulse propagation length.

We conclude this introduction by a discussion about the
expectation of the generated harmonic intensity as a function
of propagation length. In the LP case, it is theoretically
established by perturbation theory (which, however, limits
the range of validity) [37] that the harmonic intensities scale
quadratically as a function of the propagation distance due
to cooperative phase matching. We shortly summarize here
the corresponding physical process. For an x axis linearly
polarized (LP) pulse of amplitude Ey, envelope &, frequency
wp, and wave number kg = wy/c, propagating in the direc-
tion e, E(x,t) = EoE(x,1)e!k0i=@le  where x = (x,y,2),
Maxwell’s equations for E read

0, E — ?AE = —470, (P +Pnp) —47o. ], )

AY
x!
P 2!
vacum 5OO vacuum
(L) gas H; (L2)

(L)

CP pulse

FIG. 1. Geometry of HHG from an incident circularly polarized
pulse on aligned H, ™ molecules.

PHYSICAL REVIEW A 94, 013421 (2016)

(a) 0.06

—FK @/

y

0.04f

0.027

Electric field (a.u.)
=

—0.021

—0.041

—-0.06

(b) 0.06
0.04

0.02

y (a.)
=)

E

—0.02

—-0.04

—0.06-
0.05

0 800
600
-0.05 o0 200 400

Ey (a.) time (a.u.)

FIG. 2. (a) E, E, amplitudes of circularly polarized initial pulse
in space for I = 10" W/cm?, Ay = 800 nm, 7'(a.u.) = ay = 0.0529
nm. (b) Total pulse in time; E(a.u.) = 5x10° V/cm, time (a.u.) =
24 as.

where J is the current density, P, and Py, are the linear and
nonlinea;\ polarization, such lhat the Fourier transform of Py,
satisfies Py (x,0) = Y ;o P?*D(x,w), where to first order

P.(x,0) = xV(0)E(x,0), 3)

and in higher orders,

i .
Py (x0) = / / / xF (s w1, ... wi41)

x E(x,0)E(X,0,) - - - E(X,02i11)

X 8w +wr + -+ w2 — )

Xda)ldw2~--da)2,-+1, (4)
x@+D is a rank (2i + 2) tensor of the medium susceptibility,

while the factor 6(w; + ws + - - - + wy+1 — ) takes into ac-
count the energy-conservation law. This expansion is possible
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FIG. 3. (a) Homogeneous and (b) nonhomogeneous density profiles, N'(z'); Ny = 8x107° a, 3,

by solving the laser-quantum particle TDSE by perturbation
theory. The nonlinear refraction index n then reads n =
no +nol + ngI? + - -, where I is the field intensity. In gen-
eral, the nonlinearities introduce focusing and filamentation
[1]. The above equations apply to linear polarization. We
establish in this paper that, based on numerical experiments,
the low-order odd-harmonic intensities scale quadratically
with distance, when a CP probe pulse propagates in a Hy™
molecule gas (centrosymmetric medium) and that the gener-
ated photons exhibit in the HHG process circular polarization
(CP).

II. MAXWELL TIME-DEPENDENT
SCHRODINGER-EQUATION MODEL

We study the process of attosecond pulse generation by
the analysis of harmonic phases and intensities by using the
micro-macro Maxwell-Schrodinger model, which consists of
the coupling of Maxwell’s equations (MEs) and TDSEs within
or beyond the Born—Oppenheimer approximation. The model
is totally nonperturbative, vectorial, and multidimensional,
taking into account ionization and high-order nonlinearities
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beyond classical and semiclassical nonlinear Maxwell and
Schrodinger models [38-40]. The MASP equations in the
general case read

3B(X.,1) = —cV x E(X,1),
3,E(X,1) = cV x B(X,t)
—4x[8,P(X,1) + J(X 1)),
V.B(X,) =0,

2
V- [EX.0) +47P 0] = 4 [ Y gN,(x 1) = No(X 1) |

g=1

®)

where N (x',7) and N, (x',) represent the number density of
the ions with charge ¢ (¢ = 1,2) and electrons, respectively.
The initial ionic molecule density is taken to be continuous in
space and is denoted by N'(x'). It must be approximately equal
to the initial electron number density N, (x'). The polarization

1
(b)
0.51
£l
3
-
Z
ng
-0.5
71 L L L 1 L L n
0 0.5 1 1.5 2 2.5 3 3.5
21 (10° a.u.)

FIG. 4. (a) Reflection of E, component at the entering border “vacuum-gas,” t = 722 a.u., homogeneous case. (b) Reflection of E,
component at the entering border “vacuum-gas,” t = 722 a.u., nonhomogeneous case with 8 = 3/4, time (a.u.) = 24 as.
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FIG. 5. Intensity of the low-order electric-field harmonic spec-
trum for different gas-region lengths L = Azy N, for LP pulses
(A =800nm, I =5x10"3 W/cm?, Azy = 100 a.u.).

is obtained from the TDSE

P(x ) = N(x) ) di(x.0)

i=1

~N &)Y xo (X)) /R Vi DXY (% 0)dx,

i=1

1
10,y (x,1) = _EAxllfi(th) + Ve (x,1)
+x-Ex(O¢i(x,1), Vi e{l,...,m}, (6)

where V, denotes the nuclear Coulomb potential and x' =
(x/,y/,z/)T denotes the electromagnetic field space variables
and for the Born—Oppenheimer approximation, the TDSE
space variables are x = (x,y,z)”. In the 1 — d/2 — d model
which is considered in this paper, two-dimensional Hp™

|d,(w)|? (arb. units)
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Harmonics (w/wy)

FIG. 6. Intensity of harmonics of the dipole moment z’i;(w) of
molecule in the right end of gas region for different propagation
lengths L = Azy N, of LP pulses (A = 800nm, / = 5x10'* W/cm?,
Azy = 100 a.u.).

PHYSICAL REVIEW A 94, 013421 (2016)

10 :
_N_{/:4
—O—Ngzlﬁ
---N, =64
——N, = 256

0

z 10 N, =512 |]

=

=

<

-

=

3 4

= 10 1

10710

0 10 20 30 40 30
Harmonics (w/wq)

FIG. 7. Intensity of harmonics of the transmitted electric field for
different gas-region lengths L = Azy N, for LP pulses.

molecules are aligned in the z direction, oriented in the y
direction, and are subjected to the circularly polarized electric
field E(x/,t) propagating in the direction z. The electric field
first propagates in vacuum, then in the gas, and finally exits
in vacuum; see Fig. 1. The two-dimensional (2-d) electron
wave function v, in Eq. (6) is solved by the following TDSE
modeling a molecule “located at z'”:

iale’(-xvy’t) = (_%A + Vc(xvvaO)
+XE, 2 (t) + YE, (D)o (x,y,0). (7)

In Eq. (7), Ry denotes the molecular internuclear distance, 7’ is
the field propagation coordinate, and (x,y) is the electric-field
polarization corresponding to the electron coordinates. The
molecular polarization is calculated as

P(Z,at) == _N(Z/)/ wz’(X,y,f)X‘ﬁ;(xa)’J)dXdy
= N(Hd (@) (®)

3 T

—&— 3rd harmonics
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—#— T7th harmonics
1+ { —=—9th harmonics
---y=2a’

FIG. 8. Intensity of the low-order harmonics as a function of the
propagation length L = Azy N, of the LP pulse.
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FIG. 9. Intensity of the low-order harmonics of the electric E,
component as a function of propagation length L = Azy/N, of the
LP pulse in gas.

with density N(z'). In the following, we denote by E the
electric field (E,,Ey), and by P = (P, P,) the field-induced
polarization computed from the field-induced dipole moment
d. . Under the dipole approximation in the x, y directions,
the electric field depends on 7/, and E(7/,t) is denoted by
E, (r). Alternatively to the dipole moment, one can use the
acceleration of the elgctron as given in Ref. [20] [Fourier
transform A, (w) = w?d, (w)]:

a(1) = /l/fz/(x,y,t)[—VVc(x,y,Ro)+Ez/(t)]

X Yl(x,y,t)dxdy. 9)

The MASP model is solved by using a finite-difference method
described in detail in Ref. [5].

III. APPLICATION OF THE
MAXWELL-SCHRODINGER-PLASMA MODEL

As illustrated in Fig. 1, the laser pulse propagates in the
7/ direction through a vacuum region (of length L;), then in a
H,*-gasregion (of length L), and finally in a vacuum region (of
length L;). The x’, y' components of the circularly polarized
(CP) field E(x’,1) and B(x',7) are functions of the z’ coordinate
and time only in the (x,y) dipole approximation:

E(X/7t) = (EX'(Z/vt)vEy/(Zlat))’

B(X',1) = (Bv(2,1), By(Z,1)), (10)

TABLE 1. Propagation time and L? norm of the wave function
after impact of the laser pulse.

N, Final time (a.u.) l¥12, (LP) %112, (CP)
4 869.815 0.972799 0.952074
16 878.485 0.973138 0.949 644
64 913.162 0.972781 0.949 84
256 1051.87 0.972088 0.947415
512 1236.81 0.971 847 0.945787
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FIG. 10. Low-order harmonic spectrum of the transmitted electric
field for different gas-region lengths L = Azy N, for a CP pulse.

so that the MEs (6) become

at Ex/(Z/,t) = _Caz/ By/(zlvt) - 47-[8[ Px/(Z/,t),
0 E (2 ,t) = cdyBy(z',t) — 4md, Py (1),
& Bu(Z',t) = cdy E(Z1),

9By (z',t) = —cdy Ev(Z,1). an

The initial circularly polarized (CP) ultrashort laser pulse
is chosen in vacuum in the form (we note that the dipole
approximation is applied in the polarization plane x’,y’, but
not in the propagation direction z’)

Ey(,1) = Eox f (ko' — wot) sin(koz” — wot),

Ey(z',t) = Eoy f(koz' — wot) cos(koz’ — wot),

B(z',t) = —Boy f(koz' — wot) cos(koz’ — wot),

By(Z',t) = Boy f(koz' — wot) sin(koz’ — wot), (12)

Ny =
A —— N, =16
e -
Z 10° —+— N, = 256 ||
= N, = 512
=
o
~
=
3
& 10°

o1 2 3 4 5 6 7 8 9 10 11 12

Harmonics (w/wp)

FIG. 11. Low-order harmonic of the dipole moment of aligned
H,™ molecules in the right (exit) end of the gas region for different
propagation lengths L = Azy N, of CP pulses.
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FIG. 12. Total harmonic spectrum of the transmitted electric field
for different gas-region lengths L = Az N, for a CP pulse.

where wy is the central frequency, ko = wg/c = 2w /A¢ is the
corresponding wave number, which in the simulations we take
to be Ag = 800 nm, wy >~ 0.057 a.u.

In the case of CP pulses the field amplitudes can be
written as a function of the pulse intensity / as follows:
Eov = Eoy = Boy = Boy = /871/c, whereas for linearly
polarized (LP) pulses we have Eqo,y = Boy = /871 /c. In the
computations I = 10'* W/cm? = 2.84x1073 a.u. [I(a.u.) =
3.5%x10'® W/cm?].

In Eq. (12), the function f is the envelope of the
initial electromagnetic field, which in our computations is
chosen as a Gaussian [see Figs. 2(a) and 2(b)], f(koz' —
wot) = e~k =01 \with ¢ = 3x 1079, and the phase (koz’ —
wopt) is expressed in a.u. (kg = w/c ~ 0.057/137 ~ 4.16x
10~* a.u.).

The electromagnetic (EM) field (12) satisfies Maxwell’s
equations in vacuum, where in Eq. (11) 9,P.(Z/,t) =
0 Py(z/,t)=0,aswellasV-E=0,V-B =0.

N, =4

——N,=16
- _N,=64
Z 10 N, =256 ||
2
=
o
-
&
3
(=& 100

o 1 2 3 4 5 6 7 8 9 10 11 12
Harmonics (w/wy)
FIG. 13. Low-order harmonic spectrum of the dipole-moment
component d, (w) of Hy™ molecules in the right end of the gas region
for different propagation lengths of CP pulses.
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FIG. 14. Low-order harmonic spectrum of the dipole-moment
component d,(w) of H,™ molecules in the right end of the gas region
for different propagation lengths of CP pulses.

In such a geometry the molecular density in the second
medium region (of length L) can be considered as a function
of the 7’ coordinate only. Namely, in the current computations,
two options were used: (a) homogeneous density (HD), where
N(z") = N, and (b) nonhomogeneous, where

@=Ly 4Ny
L 1-p%
N = {85,
(Li+L-7) 4Ny
L 1-p2

7 €[Li,Li + L'
Zelli+L,Li+L—-L"
Zelly+L—L L +L],

(13)
Li+L

chosen such that le N(@)Azy = NoL, with L' = %L,
where B is a positive coefficient less than unity; see Fig. 3.
The nonhomogeneous model is found to reduce or smooth
out the EM-wave reflections at both interfaces between the
gas and vacuum regions, as illustrated in Fig. 4 for the

Sl @
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7.L
200
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50

50 100 150 200 250 50 100 150 200 250
7:.’1: ifl'

FIG. 15. The level sets of electron density log,, (|1 (x,y)|?) for
a Hy™ molecule in the left (entering) end of the gas region at
six consecutive times: ¢t = 0, 302, 349, 451, 757, 1237 a.u., time
(a.u.) = 24 as. Total number of TDSEs is N, = 512.
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FIG. 16. Intensity of the low-order harmonics as a function of the
propagation length L = Azy N, of the CP pulse in gas.

entering border case. In the reported further computations,
we choose Ny = 5.17x1075 a5* & 3.5x10?° mol/cm?, cor-
responding to &13 atmospheres.

We next discuss the numerical approximation of the MASP
model by the finite-difference scheme (FDS). Maxwell’s
equations are approximated by a second-order scheme with
the Courant, Friedrichs, and Lewy (CFL) stability condition
cAty/Azy < 1, avoiding artificial diffusion, where Az,
Az denote the time and space steps in the numerical scheme
[41]. The vacuum and gas regions have lengths L; = Az Ny,
L = AzyN,, and L, = Azy N,, with spatial discretization
Azy =100 au. (=529 nm), N; = N, =999, while N,,
which is the number of cells along 7' in the gas region,
consequently takes the values 4, 16, 64, 256, and 512. Each
Maxwell spatial step Az, is chosen such that Azy < A¢/5
where Ao = 800 nm is the largest pulse wavelength considered
in the computation.

As we solve one single TDSE per Maxwell cell of size
Azy, a computation of N, TDSEs corresponds to a sample
of gas of length L = N,Azy, which contains N, Azy Ny

2 T
——0— 3rd harmonics
—6— 5th harmonics
ok 7th harmonics |
—&—9th harmonics
ey = g2

logyo[1(w)]

log;o(L)

FIG. 17. Intensity of the low-order harmonics of the E, compo-
nent as a function of propagation length L = Az, N, of the CP pulse
in gas.
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FIG. 18. Intensity of the low-order harmonics of the E, compo-
nent as a function of propagation length L = Az, N, of the CP pulse
in gas.

molecules, when the molecular density N(z") = N is sup-
posed to be constant. TDSEs are solved by a Crank—Nicolson
finite difference scheme (FDS) of second order, which is
unconditionally stable and £>-norm preserving. The molecular
H,™ TDSE spatial-temporal solver steps are denoted Axg,
Ays, and Atg, which satisfy Aty /Ats > 1, Azy/Axs > 1,
Azy/Ays > 1.1In a.u., the Hy™ TDSEs read

0,0 (x,y.0) = =5 A ¥ (x,y.0) + Ve(x,y, ROV (x,y.1)
+xXEy (t) + yE; y(O]Y(x,y,1). (14)

Each equation is solved using a second-order Strang splitting
in time:

8t¢(xvyvt) = _i[-XEZ',X(t) + yEZ’,)’(t)]w(xvyvt)v

t e [tnatn+1/2]’ W(vaytn) = Ilfn(x,}’),
i .
azW(X’yyt) = EAX,yw(x’yvt) - IVC(xﬂvaO)w('xuyat)’
t e [tn’tl’l*—ﬁ-l]a W(x,y,fn) = wn+l/2(x’y)a

Ry (x,y.0) = —i[xEy (1) + yE- ,(D1Y (x,y.0),

t € [taripstart], V(xytes2) = ¥ T,y
(15)

We have denoted by ", ¢"+!/2 the space-dependent
wave function at time #,, f,412. The first step provides
Y2 = ytexp [—i(XEL 4+ YEL )Ats/2], where Atg =
Inp1l = tn = tyr) — Iy = 2(tuq1 — fnt12) = 2(tyt12 — 1p)- In
the second step, the corresponding laser-free TDSE with
initial data W’“ﬂ is numerically solved and, finally,
the third step is solved as the first one: y"*! =
Y exp [—iELL? + yELT ) Arg 2],

In the second step, we solve the 2-d TDSE with absorbing
boundary conditions in order to eliminate electron artificial
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reflection in each TDSE domain, €2,

i .
8t1//(xvy’t) = EAx,yw(-xvy»t) - ch(x,y,RO)w(Ly,t)»

(x,y) € Q, t>0,
Y(x,,0) = Yo(x,y), (x,y) € Q,
Y(x,y,t) =0, (x,y)el:=0Q, t>0, (16)
where Q = (a,b)x(c,d) and d—c=b—a=60
(or 90) a.u.

In our computations Axs = Ays = 0.3 a.u. with 200
(or 500) grid points in each direction. Such discretization
establishes maximum free electron momentum p, = p, =
w/Axg ~ 10 a.u. or equivalently a maximum energy & =
p?/2au. ~ 100 a.u. ~ 2700 eV. In Eq. (16) the nuclear
potential of H,™ is written as (in a.u.)

Vc(xayaR())
—1/2
L Ro o) + /
=— — —cos — —sin €
T )
~1/2
Ry ? Ry . .\’ !
—|(x+ —=cosb) +|(y+ —sinf) +¢ ,
2 2
a7

where 6 € [0°,90°] defines the angle between the molecular
axis of H,™ and the x axis, with Ry =2 a.u. being the
internuclear distance. The value of ¢ = 4.5is used to reproduce
the computational energy of the ground state of H,*-molecule
~ — 0.58 a.u. The time step for solving the TDSEs is chosen
as Ats = Aty /20 ~ 0.036 a.u. (1 a.u. & 24 as).
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The parallel-computing strategy described in Ref. [42]
is used for solving the large set of 2-d TDSEs. More
specifically, on p processors, the gas region is decomposed
in p subdomains, containing S € N* Maxwell cells in which
we solve one TDSE, and from which we deduce the local
macroscopic polarization (6). At each TDSE time iteration,
each processor solves sequentially S TDSEs, with a total of
pS TDSEs modeling the gas. The time step for solving MEs
is Aty = CFLAzy/c =~ 0.722 au. with CFL = 0.99, see
Ref. [41]. We neglect the interaction between H, ™ molecules,
because at pressure of 13 atmospheres (Vg = 5.17 x 10’5510_3)
the average distance between H™ molecules is 27aq
(1.4 nm) which exceeds largely the molecular dimension
Ry=2a.u.

IV. PHYSICAL RESULTS

A. Linearly polarized pulse

We first study the propagation of LP laser pulses in the Hy™
gas modeled by 2-d TDSEs. The initial laser pulse is chosen as
follows: E, =0, By, = 0, with E, and B, defined in Eq. (12),
at the intensity 7, = 5x 10" W/cm? = 1.42x107% a.u. Hy "
molecules are oriented along the y axis (i.e., parallel to
E,, see Fig. 1). In the following simulation the gas density
is assumed constant in space and time. The computation
grid for the TDSEs is a 200x200-point grid. In Fig. 5, we
report the harmonic spectrum up to the 11th harmonic of
the intensity of the electric field, I(w) = I,(w) + I, (@)
|E.(w))? + |Ey(w)|2, as a function of the propagation length
of the LP pulse. Notice that, in the case of the initial LP
pulse I (w) K I(w), i.e., “(w,](w)) ~ (w,],(w))”. In Fig. 6,
we report the harmonic spectrum (in the same interval, i.e.,
up to the 11th harmonic) of the y component of the dipole

3rd harmonic
a

0]
(0]

cos[p(E;) — ¢(Ey)]

2.5 3 3.5 4 4.5 5
7th harmonic

25 3 3.5 4 4.5 5

X 11th harmonic

cos[¢(E,) — ¢(Ey)]

2.5 3 3.5 4 4.5 5
108;10(L)

cos|p(E,) — ¢(E,)]

FIG. 19. cos (¢{Ex [k + Dawpl} — ¢{1/E\y[(2k + Dayl}), fork =0, 1, 2, 3, 4, 5 as a function of propagation length L = Azy N, of the CP
pulse. Circularly polarized harmonics are generated at zero corresponding to a + /2 phase difference.
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FIG. 20. cos (¢{2X [(2k 4+ Dawpl} — gb{;l;[(2k + Dayl}), fork =0, 1, 2, 3, 4, 5 as a function of propagation length L = Az N, of the CP
pulse, for H,™ molecules at the (a) left end (incident) and (b) at the right-end (outgoing) of the gas region.

moment dy, (a),l’d;,(a))|2), of a molecule located at the right odd harmonics (3,5,7,9) on a log scale and as a function

end of the gas region, for different “gas-region lengths.” of the propagation length. These results are consistent with
Figure 7 also illustrates the whole spectrum (w,I(w)) up to those of Ref. [30], where the quadratic scaling harmonic in-
the cutoff region about the 30th harmonic. In Figs. 8 and 9, tensities and/or propagation length, was observed in a 1-d/1-d

we report the intensities, /(w), I,(w) of the first generated model.
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B. Circularly polarized pulse

The initial CP pulse (12) has a total intensity I =
10" W/cm?, ie., 5x10'"® W/cm? per component of the
electric field, E, and E,. The H,* nuclei lie along the y axis.
Since the CP-electron radius becomes r(E) = 3.7Ey/w* ~
44 a.u. [43], the TDSE grid is now a 500x500-point grid or
150150 a%. In Table I, we report the propagation time, as well
as the L?-norm of the wave function “after the pulse”—both
LP and CP cases for comparison. All the results in the table
and on the following graphs refer to the case of homogeneous
density, except when nonhomogeneous density is explicitly
specified.

In Fig. 10, we report the electric-field harmonic spectrum
intensity (first 11 harmonics) I (w) as a function of propagation
length of the CP pulse in the gas. In Fig. 11, we report the
harmonic spectrum of the squared absolute value of the dipole
moment [see Eq. (8)] (w,|d(w)|*) of a molecule located in
the right boundary of the gas region, for different gas-region
lengths. In Fig. 12, we show the same spectrum up to the
40thAharm0nic. In Fi/gs. 13 and 14, the harmonics spectra
(w,ld;(®)]*) and (,|d,(w)|?) are shown separately.

In Fig. 15, we report the temporal evolution of the
squared absolute value of the wave function of a molecule
in the left end of the gas region. In order to avoid spurious
reflections at the computational domain boundary, we impose
absorbing boundary conditions with artificial potential Uyps =
—Vi(x,y) — i Va(x,y), such that the positive definite functions
V1 and V, are decreasing linearly in x or y while approaching
the edges of the computational domain, defined by a 500x 500-
point grid.

In Figs. 16-18, we report the intensity /(w), I,(w), and
I,(w), of the first generated odd harmonics (3rd, Sth, 7th, 9th)
on a log scale, as a function of the propagation length of the CP
pulse in the gas. These results suggest that the quadratic scaling
(intensity and/or propagation length) which was observed and
justified in the LP case is also satisfied in the CP case for the
first odd harmonics. Indeed, in a gas the influence of £, on P,
through wave function [see Eqgs. (6) or (7)] is negligible with
respect to the influence E, on P, (the same can be said about
E, and P,). On the other hand, the system (11) for CP pulses
contains two independent wave equations: for E, and E, (if
one excludes B, and B,, respectively). Each of these equations
can be simplified by using the SVEA, which in the perturbative
regime results in /,(w) ~ L* and I,(w) ~ L? independently.

The above results illustrate that high-frequency pho-
tons are coherently in the CP case to generate coherent
shorter pulses than the probe pulse. We analyze further the
harmonic phases ¢,[(2k + Dwo] := Arg{E,[(2k + Dawyl},
oy [(2k + Dax] := Arg{E,[(2k + 1)ayp]}, for k € N. More
specifically, the condition E\y[(2k + Dawopl/ Ex[(2k + Dayp] =
exp (i{py[(2k + Doyl — ¢ [(2k + Daxl}) = £i must be sat-
isfied, which corresponds to a 7 /2 phase difference between
E, and E,. Figure 19 reports cos(¢p, — ¢,) for the Ist, 3rd,
5th, 7th, 9th, and 11th electric field harmonics as a function
of the propagation length. The cos(¢, — ¢,) = 0 condition
is observed numerically, thus confirming CP harmonics. In
contrast, the phase differences of the 5th and 9th harmonics
differ somewhat from the zero condition.

In Fig. 20, we report the cosinus of the dipole phase
difference of d.[(2k + Dwo] and d,[(2k + Dwo] at k =

PHYSICAL REVIEW A 94, 013421 (2016)

0.05
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FIG.21. (a) E, as a function of space at final time with
homogeneous and nonhomogeneous [8 = 1/3 in Eq. (13)], molecular
density. (b) Same figure with zoom along y.

1, 2, 3, 4, 5 as a function of the propagation length,
for a molecule located at the left-end (incident) region
and a molecule located at the right end (outgoing) of the
gas region; that is, cos{v,[(2k + 1)awo] — vy[(2k 4+ 1)wol},
where v, [(2k + Dawyg] := Arg{Zl\x [2(k + Dapl} and vy [(2k +
Dayg] := Arg{c’i\y [2(k + 1)wg]}. When this value is close to O,
as in the case of the 5th and 9th harmonics, we conclude
to the emission of circularly polarized photons of frequency
2(k + Day.

We also report the electric field E, components in real
space, at final time ¢ = 1051.87 a.u. & 25 fs, modeled by
256 TDSEs, with homogeneous and nonhomogeneous (Fig. 3)
molecule density. The difference between these two config-
urations is rather small and is illustrated in Fig. 21(a) and
magnified in Fig. 21(b). As expected, the nonhomogeneous
density allows for a reduction of the reflection of the incoming
pulse at the gas-region boundaries (both vacuum-gas and
gas-vacuum boundaries). The pulse propagating through an
interface where the density varies from 0 to A is largely
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FIG. 22. Transmitted electric field as a function of space at final
time with homogeneous molecular density. (a) N, = 256. (b) N, =
512.

reflected. In the nonhomogeneous case the density smoothly
varies from 0 to 2Ny /(1 + B), and we observe that the reflected
wave is of much smaller amplitude. However, small-amplitude
high-frequency waves exist for both cases, homogeneous and
nonhomogeneous, and seem unrelated to wave reflection.

In Fig. 22, we report the electric field E modeled by 256
[Fig. 22(a)] and 512 [Fig. 22(b)] TDSEs, with homogeneous
molecule density in the (x,y) space. While the upper pulse
visually demonstrates CP configuration, the structure of the

PHYSICAL REVIEW A 94, 013421 (2016)

propagating pulse in the case of N, = 512 is strongly perturbed
by the gas, and the circular polarization only is suppressed.

V. CONCLUSION

In this paper we study the generation of circularly polarized
harmonics and propagation effects in a 2-d Hy™ gas. As
discussed in Refs. [2,44], more complex molecules like O,
and N, could also be considered by using the single-active-
electron approximation [45]. Numerical simulations of a
MASP model allows for a nonperturbative calculation of
the macroscopic polarization in Maxwell’s equations using
the solution of H,™ molecular TDSEs under the influence
of an intense laser pulse. The MASP model permits the
accurate observation of the generation of high harmonics and
nonlinearities through multiphoton ionization, as well as the
inclusion of corresponding coherent effects at the macroscopic
scale. Although it is theoretically possible to rigorously derive
the macroscopic nonlinear polarization from laser-molecule
TDSEs in the case of linearly polarized pulses, the circularly
polarized case is more complex. Through the numerical MASP
model, we have obtained the dipole harmonic intensities and
their phases as a function of the pulse propagation length. We
have shown that, for low-order harmonics (up to N ~ 11), it
is possible to coherently generate circularly polarized pulses
shorter than the incoming incident circular pulse. Notice
that the third harmonic, which in atmospheric linear laser
filamentation [1,46] is an important nonlinear optical emission,
is also observed in the LP-pulse propagations reported in
Figs. 5-7. Of interest in our work, this now appears also
in circular polarization. In fact, Fig. 10 shows that the third
harmonic in circular polarization becomes more dominant with
increasing gas density. In Fig. 13, this harmonic “splits” into
a third and fourth harmonic, possibly due to Rabi oscillations.
Macroscopic propagation effects on higher-order circular
harmonics, and circularly polarized filaments, where strong
inversion and laser emission has been observed from N,*
[47], are a future research direction. This will require extension
of the present numerical MASP model through the inclusion
of an additional nonhomogeneous transport equation for the
macroscopic polarization coupled to Maxwell’s equations
[4,48].
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