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Interference in Floquet-Volkov transitions
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Floquet states are signatured by pseudoeigenvalues which are discretely separated by the photon energy.
Similarly, the laser-assisted photoemission effect (LAPE) induces electron-photon energy exchange (with mo-
mentum change), and also results in a discrete energy distribution. Both effects result from coherent interactions of
electrons and photons. Here, we investigate the coherent interference between a Floquet state and the LAPE effect.
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I. INTRODUCTION

Floquet theory [1] predicts that when the Hamiltonian
is periodic in time, such as interaction with light, the
solution of a time-dependent Schrodinger or Dirac equation
is given by a periodic pseudoeigenfunction multiplied by a
temporal evolution at a characteristic frequency [2]. Since the
pseudoeigenvector is periodic in the light oscillation period,
the pseudoeigenvalues become discrete multiples of photon
energy around the characteristic energy, which is the signature
of the “Floquet state.”

Similar to Floquet states, a photoelectron may acquire
additional photon energies and necessary momenta, and this
phenomenon is called the laser-assisted photoemission effect
(LAPE) [3,4]. It has been theoretically investigated by many
authors [5-8], invoking the Volkov solution [9] which is an
exact solution of the Klein-Gordon equation for a free electron
in an infinite planar electromagnetic wave and, therefore, a
special case of Floquet states for a free electron. LAPE may
obscure the intrinsic dynamics of bound electrons (see below),
but can be distinguished from the intrinsic dynamics by careful
investigation [8].

Both the Floquet state and LAPE effect are fundamental
and coherent phenomena that result from electromagnetic
interactions of electrons, and they both result in multiple
energy states separated by the photon energy. In order to
photoemit Floquet states when studying them in photoelectron
spectroscopy (PES), the photoionization laser needs to be
applied while the pump laser is inducing the (instantaneous)
Floquet states. The presence of the pump laser then would
inevitably cause the LAPE effect simultaneously, resulting in
redistribution of the side band intensity. Recently, Wang et al.
investigated the photoemission spectra of Bloch-Floquet states
[10] and observed the avoided crossing and side band which
are the signature of Floquet states in a massless Dirac system.
In particular, they found that the momentum dependence of
the side band intensity is stronger for the electron momentum
perpendicular to the light incidence plane than for the parallel
momentum. They argued that this finding is the opposite of the
LAPE theory prediction, and consequently their observation
must be pure Floquet states.

Here, we will demonstrate that not only do both effects
occur, but also they coherently interfere, such that the
observed momentum dependence is a direct consequence
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of the interference between a (weak) Floquet state and a
(strong) LAPE effect. We will formulate the amplitudes of
the Floquet pseudoeigenstate and LAPE wave function, and
their coherent interference during the photoemission. The
theoretical result and numerical simulations are then compared
to the experimental observation.

II. THEORY
A. Floquet pseudoeigenstate

The theory of the Floquet state of the massless two-
dimensional (2D) Dirac system was given by Zhou and
Wu [11]. The electric field perpendicular to the electron
momentum only causes state mixing via the Rabi oscillation
(see Appendix A 3), and consequently an avoided crossing,
but the side band amplitudes are essentially determined by
the parallel component (see Appendix A 2), except for the
further splitting of mixed states at avoided-crossing points.
Therefore, we only consider the parallel component here
to express the (unmixed) Floquet amplitude, and ignore
state mixing due to the perpendicular component. The final
Floquet state, if needed, can be expressed by a mixture of
unmixed pseudoeigenstates, shifted by band-gap splitting (see
Appendix A).

For the electric field parallel to the electron momentum,
the Hamiltonian matrix becomes diagonal and therefore the
characteristic angular frequency simply becomes that of the
unperturbed state, and the pseudoeigenvector is proportional
to the unperturbed eigenvector (see Ref. [11], Appendix B).
Here, we choose the vector potential to be given by

A(t) = XA cos O cos w,t + §A, sin b sin w)t, (1)

where w), is the light angular frequency and 6 is the ellipticity
factor. For simplicity, we ignore the spatial dependence of
the vector potential. The parallel component becomes Al =
Ay cos b + A, sin b, where O = tan™! (:—z), and the temporal
evolution of the Floquet state (see Appendix A 2) becomes

+o00
\Iij(t) — lyi(t) Z eim¢H Jm()\'ﬂu)efima)l,t’ (2)
m=—0oQ
where \Ilf(t) = &f (k)e'kTe~*@0! ig the unperturbed eigen-
state wave function, wy = vpk is the unperturbed en-
ergy, B = % is the total Floquet (interaction) param-
p

eter, Bl = By/cos? O cos? G + sin? O sin? O is its paral-
lel component, and q)” = tan~!(tan O tan @), such that
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FIG. 1. (Color online) Schematic of Floquet-Volkov transitions where pseudoeigenvalues of Floquet and Volkov states enable multiple
transition pathways despite energy conservation. k, indicates the z component of the momentum of each state. Note that Volkov states collapse

to free states at detection.

Blei?" = B(cos B cosb + i sinBg sinf). We note that
Eq. (2) is a Volkov-like wave function.

Therefore, the Floquet coefficients become bﬁl =
¢™9' J,,(AB"). For linear polarization (6 = 0), ¢! = 0 (or
when cos @ < 0), B! = B|cos |, and b: = J,(AB cos@k).

For circular polarization (6 = %), ¢! =6, gl = f’ and

bt = emk ], (A \/») The photoionization of a Floquet state

will result in multiple states with different energies and
corresponding momenta; see Fig. 1(a).

B. LAPE: Bound-Volkov transition

Here, we adopt the “bound-Volkov transition” picture [5,12]
and invoke Volkov solutions for unoccupied vacuum states, to
which a bound state is photoionized; see Fig. 1(b). In this
picture, we consider multiple photoionization pathways from
a bound state (W;) to many Volkov pseudoeigenstates (‘-IJ,Y )
of different momenta (fik,) and corresponding characteristic
energies (hw, ), whose jth pseudoeigenvalue (hw,, ;) coincides
with the excess photon energy (hw, = Eyy — W;). This is
equivalent to the allowed coupling between Floquet states
when the pseudoeigenvalues of lower and upper states are apart
by the photon energy even though the characteristic energies
are not resonant (see Appendix A 3).

We ignore the (small) transverse components of the electric
field and the photoelectron momentum, and therefore only
consider the longitudinal component of the vector potential
[13] here:

3)

Ignoring the ponderomotive term for simplicity [14], the
nonrelativistic Volkov state [15] of the momentum k becomes

A(t) = 2A | coswpt.

+00
WY () = W) Y Tjlee

j=—00

“4)

e}‘{A‘ V= z@ and W, (1) = e/*ke=2N ig the free

electron wave functlon We define the Volkov coefficients
[16], a; = J;(a).

Following the framework given in Refs. [5,17], with Eq. (4)
and the rotating-wave approximation, the Born approximation

where a =

of the scattering matrix element [18] becomes

: +00 ‘7 —iwgt
SE 1= —%/ dt<\ll,:/(t) eT \yb(z)>
)
i v, e T i(w+j )
— _ Vs T jw,—wp—ws
= _h<k 5 |b)/;oo dtZaje P

J

i + .
= —ﬁHkb ;a}2n8(a) —wy + jwp), (5

where V; and w; are of photoionization, Hy, = (k|%|b), and
§ is the Dirac delta function [19]. Since w = %kz, Eq. (5) is
only significant at discrete values, w, and k,, with n = —j,
where v, = w, + nw,, vy = w; + wyp, k, = ko +nAk, kg =

%’”wo, and Ak = ‘;’—: , such that the transition matrix elements
(see Appendix C) become
B

T} = Hual,, ©)

where H,;, = (k,| % |b). Since the resonance condition dictates
that only the jth Volkov expansion of the nth state contributes,
where j = —n, the amplitude of transition to W is determined
by its Volkov coefficient for the (—n)th expansion, a_, [20].
Since aT_n = J_,(a) = (—-1)"J,(x) = (—1)"a,, the photoelec-
tron state becomes (see Appendix C)

Bz,

: /+OodkS Y (1)
o - ki )

i +o00
=— /_ dk Y " TE8(@ — w,) Wy (1)

oo

- +o0
= —%Z/ dkabM‘PkV(t)

=——Z nbxpn <r>~—i—2( a0 (),

)

where we approximated H,, ~ Hy, and v, =~ v, for Ak < ko
(w, K ayp) [6]. Note that TO(,?) = Hy, is the T matrix element
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of photoemission without Volkov expansion (a; = §; when
o = 0). The pseudoeigenstate W) continues to evolve with
pseudoeigenvalues, and then collapses to a free state \W,,, with
the energy hw,, after the laser interaction (¢« — 0 as t — 00).
Therefore, the final wave function at detection becomes

V() > —i—D a0, ®)

Note the emergence of a phase factor of (—1)" associated with
v, of k, and w,, which is different from the semiclassical
model by Muller et al. [3] and the two-step model by Saathoff
et al. [8].

In this picture, Volkov expansion is only important during
photoemission because the pseudoeigenstates eventually col-
lapse to free states when the dressing light disappears. Hence,
only the electric field at the surface during the photoemission,
not the entire spatial and temporal dependence, matters. The
momentum component is provided by the photoionization
process (and ultimately by the momentum distribution of the
bound state via the H,, term). Note that Hy, is a continuous
function of the final (longitudinal) momentum [6], but the
6 function dictates the energy resonance and hence a single
momentum component in the photoemission of a bound state.

C. Interference: Floquet-Volkov transition

Now we consider the transition from a Floquet state W/
to many Volkov states W'; see Fig. 1(c). The result is similar
to the Volkov-Volkov transition [21] in laser-assisted electron
atomic scattering (LAES) [5,22,23]. Using Egs. (2) and (4),
the scattering matrix element becomes

: +00 Vv —iwgt
SE—1= _’ﬁ / dt(lllkv(t)|%|\ll}f(t)>
—00

m—j=n

i
= _f_inb Z Z jbﬁl 2m8(w — wo — hwp),
n j.m
)
where the (j,m) summation is a discrete convolution,
m—j=n m+j'=n
=Yy abh= > d bk, (10)
J.m J'sm

anda’ =(-1)/a ;. Using the property of the Bessel function
[24], it becomes

m+j'=n

S =1 Tp@e™ 1,080

j'im

- <l> Ly, (11)
V4

y = )L,Blle""bH —o
= AB(cos O cos b + i sin O sin fy) — «, (12)

Cp, =

where
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where « also depends on g via the Fresnel equation. The
transition matrix becomes

TnI[i = H,pcy, (13)
the photoelectron state becomes

0b

i H,
W (71 ~ —%U—O e (1), (14)

n

and the (normalized) population of the nth state becomes

0, = lex* = {5y DY, (15)

since Y, |cq)? = 1.

III. RESULTS AND DISCUSSION

The Fresnel equation for the incident light (10 «m) with
Ey=89x10" Vm™ at §; = 45 ° and n, = 4.93 gives
the reflectivity coefficients of r, = +0.558 and r; = —0.747.
Therefore, we obtain £, = +2.8 x 107 Vm~! for p polariza-
tion, and E, = +2.0 x 10’ Vm™" and E, = +1.6 x 10’ V
m~! for circular polarization. E; = +9.8 x 107 and +6.9 x
107 V. m~! for p and circular polarization, respectively, in
vacuum. Note that |E,| > |E,| because the incident and
reflected amplitudes are additive for E,, but subtractive for
E, [25]. Using vy =5 x 10° m s~', we obtain 8 = 0.59
and g = 0 for p polarization, and 8§ = 0.54 and 6g =
0.68 (slightly elliptical) for circularly polarized incident light.
Assuming the excess energy of ~0.7 eV [26], we have
v, = 5.0 x 10> m s~! whereas v, and v, are in the order
of < 0.6 x 10° m s~!. Therefore, « depends little on the
initial (bound) electron momentum [27], and we will use
o = 2.1 and 1.5 for p and circular polarizations, respectively,
using only the z components (x and y components are
much smaller, |v.E;| > |v,E; + v, Ey|). Figure 2 plots the
angle dependence in Eq. (15). It is readily seen that there
is a destructive interference at 6 = 0° (along +X), and a
constructive interference at 6, = +180° (along —X).

Figure 3 shows the energy spectra of the Floquet states
(without photoionization laser) obtained fully (instead of the
approximation given in Sec. Il A) by the numerical method
(see Appendix B), whereas Figs. 4 and 5 show the photoe-
mission spectra from the Floquet states which are obtained

37X -y +X +y -X

4

linear
circular ----------
Il

0
-180 -90 0 90 180

6, (degree)

FIG. 2. Momentum direction dependence of |y| for A = 4+, 8 =
0.59, and o = 2.1 and 1.5 for linear (6 = 0) and circular (Og = )
polarizations, respectively.
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FIG. 3. Energy spectra (without UV photoionization laser) of
Floquet states for 8 = 0.59 (scaled by 0.5946 to mimic the laser
profile averaging; see Appendix D). The incidence of the IR pump
laser is in the xz plane.

by convoluting the numerical Floquet coefficients with the
LAPE amplitudes. We employed a simple scaling method
(see Appendix D) and used a scaling factor of p; = 0.5946
to mimic the temporal and spatial overlap of the pump and
probe lasers, instead of the envelope function method (see
Appendix C) for simplicity. The energy spectra of Floquet
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FIG. 4. Momentum-resolved photoemission spectra from Flo-
quet states in p polarization for g = 0, § = 0.59, and @ = 2.1 (B
and o scaled by 0.5946 to mimic the laser profile averaging; see
Appendix D). Additional side bands are due to LAPE.

states alone, Fig. 3, show very small side band intensities.
In particular, the perpendicular momentum spectrum in linear
polarization shows no side band except around k ~ 0, due to
the lack of the electric field parallel to the electron momentum,
which is responsible for Floquet side bands. In contrast, the
photoemission spectra, Figs. 4 and 5, show additional and
much stronger side bands (and reduced main bands) due
to the very efficient LAPE effect, in addition to Floquet
pseudoeigenstates.

Furthermore, due to the coherent interference between
the Floquet and LAPE effects, the photoemission spectra of
Floquet states depend on the electron momentum direction
with respect to the incidence direction (see Figs. 4 and 5),
even though the energy spectra of the Floquet states are
symmetric with respect to k =0 and o =0 (see Fig. 3).
Under p polarization (Fig. 4), the LAPE effect is reduced
by the Floquet state, above the Dirac point (and enhanced
below) along the parallel +X axis, whereas it is enhanced
above (and reduced below) along the antiparallel —X axis. On
the other hand, along the perpendicular ¥ axis, the side band
is purely by the LAPE [and no Floquet states; see Fig. 3(b)],
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FIG. 5. Momentum-resolved photoemission spectra from Flo-
quet states in circular polarization for 6y = 0.68, 8 = 0.54, and o =
1.5 (B and « scaled by 0.5946 to mimic the laser profile averaging;
see Appendix D). Note that the band gaps at vyk = 0.5w, are not
identical because the surface electric field is elliptical due to different
transmittivity coefficients for s- and p-polarization components.

and the spectrum is consequently symmetric. Under circular
polarization, the parallel momentum spectrum, Fig. 5(a),
shows the same asymmetric behavior as Fig. 4(a). The
perpendicular momentum spectrum, Fig. 5(b), is symmetric
because, in this case, the nonvanishing electric field parallel to
the electron momentum is out of phase by 90 ° with respect to
E, which is in phase with E, [see Eq. (15)].

The finding above is consistent with the recent experimental
observation by Wang et al. [10]. They presumably compared
the side band intensities along the +X axis in the k, spectrum
(kx > 0 and the energy above the Dirac point) and the —§¥ axis
in the k, spectrum (k, < 0 and the energy above the Dirac
point) where the signal to noise ratio is much better due to
“the coupling between the photoionization UV laser and the
spin-orbit texture” [28]. They observed that the side band is
much stronger in the —§ direction compared to that in the
+X direction [29]; readers are referred to Figs. 2 and 3 in
Ref. [10] where the n = +1 band is much stronger in the k,
spectrum than in the k, spectrum. The observed momentum

PHYSICAL REVIEW A 90, 013420 (2014)

TABLE 1. Laser-profile-weighted intensities of side bands in
photoemission spectra of Floquet states above the Dirac point.

Polarization Momentum fo h b

p +x 0.69 0.15 0.01
p +y 0.50 0.21 0.04
p —Xx 0.35 0.24 0.07
c +x 0.84 0.08 0.00
c +y 0.68 0.15 0.01
c —X 0.54 0.20 0.03

dependence is well explained by the interference between the
(strong) LAPE effect and the (weak) Floquet state, as presented
here (Figs. 4 and 5 here directly compare to Figs. 2 and 3
in Ref. [10], respectively; see Supplemental Material [30]),
whereas the Floquet state alone (Fig. 3) does not show such a
dependence. Note that the opposite reduction or enhancement
would would have been observed if the comparison had been
made between the ¥ direction and the —X direction instead.
Indeed, a visual inspection seems to concur that the ratio
of the side band intensity to the main band along the —X
axis is larger than that along the +X axis (see Ref. [10],
Fig. 2, panel A). In addition, the side band intensities in
the Floquet-Volkov transitions simulated here (Figs. 4 and
5) are more consistent with their observations, than those of
the Floquet state alone (Fig. 3), which are too weak to explain
the observed intensities. This clearly shows that the LAPE
is the strong and dominant effect. The simulation results with
laser-profile averaging (see Appendix C) are listed in Table 1.

IV. SUMMARY

We investigated the interference between the Floquet state
and LAPE effect during photoemission. The LAPE effect
which depends on the vertical electric field E, is in phase
with the incident light, whereas the phase of the Floquet
state which depends on the electric field parallel to the
electron momentum E! varies with the angle between the
electron momentum and the direction of the incident light.
Consequently, the combined effects exhibit an interference
depending on the initial transverse momentum. The theoretical
result was compared to the recent experimental observation
[10] and good agreement was found.
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APPENDIX A: FLOQUET STATE OF MASSLESS
2D DIRAC SYSTEM

Here, we reformulate the result of Ref. [11]
using A = XA(cosbgcosw,t + JAgsinfgsinw,t instead
of E =XE(cosOgcosQt + §E, sin O sin Q2 (consequently

013420-5



SANG TAE PARK

A = —XApcosOgsin Qf + §AgsinOg cos Q). We choose
such a vector potential for simplicity in Floquet pseudoeigen-
state coefficients.

1. Dirac Hamiltonian

The unperturbed Hamiltonian operator is given by

N (OE +H, 0
o= (8 = (Y0 5). (A1)
the component of which is given by
A = ehvp(k 6, + k,6,)
0 e it
= Shvpk (€+i9" 0 ) 5 (AZ)

v

where 6; is the Pauli matrix, 6 = tan~! :—, vr is the Fermi
velocity, and & = &+ is the valley isospin index. Then, the
eigenstates are the four spinors

1
_’_)\‘eiek

0 s

0

\IJ;:\:=+ — eikl‘,‘ﬁ;—(k) — eikl‘

Sl -

(A3)
0

- ikr ) — ikr 1 0
\Ifi =ekr% (k)=€krﬁ 1 )

— etk

where &f (k) is the spinor vector and A = = is the band index.
The Hamiltonian matrix for the eigenstates becomes

The perturbation term is given by

(A4)

A" = —qur(A6, + Ay6))

A, —iA,

0
- (AX +iA, 0 ) - (A9

where g = —e is the electron charge, A, = A; cos O cos w1,

and A, = Ay sinfgsinw,t. The perturbation matrix for the
unperturbed eigenstates becomes

Al At
£ _
H' __‘1’“”( —iAt  —Al )

sinf \ (Ax) _ o6 [Ax
cos@k> (Ay)_R Ay )’ (A7)

Al = A; cos 6g cos O cos w,t + A sin O sin 6y sin w,t

\/ 1 4+ cos 26g cos 26y

(A6)

where

Al [ cosbk
AL ) T | —sin6y

which become

cos(wpt — @),

2
At = —A; cos O sin Oy cos w,t + A sin O cos b sin w ¢
1 — cos 26k cos 26 .
= A, . sin(w,t — 1), (A8)
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__ sinfgsinf, __ _
where tang¢ = cosbeoost = tanfgtanfy and tan¢, =
cosfgsinbx 3 =
Snfecosh = cotfOg tan 6. For convenience, we define 8 =

—qup Ay _ 1+4cos 260y cos 26k 1 _ 1—cos 26§ cos 26k
w, ’ﬂH _/3\/ 2 9andﬁ _/3\/ 2 ’

such that

£ +8! cos(w,t — ¢l
H* = ho, <—iﬂL sin(a)j,t —¢b)

+ipt sin(w,t — ¢t)
—B! cos(wp,t — o )
(A9)

2. Parallel component: Side bands
We divide the Hamiltonian matrix into diagonal and off-
diagonal terms as
H® = hlwg + wpp" cos(w,t — pM1{6,)
— ho, Bt sin(w,t — ¢){6,})

= [Hy + H\(1)] + H,(1). (A10)

For the electric field parallel to k, the Hamiltonian (Hy + H;)
is diagonal and therefore the characteristic angular frequency
simply becomes that of the unperturbed state, and the pseu-
doeigenvector is proportional to the unperturbed eigenvector.
The temporal evolution of the pseudoeigenvector is obtained
by

(1) = exp [—%/dtHM}pi(O)

= exp{—irlwot + B! sin(w,t — pH}WE(0)
+00
— wf(o)e—ikwot Z J,m(—)\,ﬂ“)e_im(w”l_(bu)

m=—0o0

+o0
= Wj0) Y &g, 0BT G et (ALl

m=—00

using the Jacobi-Anger relation, ¢'**"% =}~ J,(z)e"’. We
define the Floquet coefficients, b% = e/”9' J,,(A81).

3. Perpendicular component: Rabi oscillation

Now we assume the solution is given by

i) =Y a5 (1) (A12)
A

Then, the time-dependent Dirac equation leads to

— ,—i(—wo+mwp)t
2om e ’

Zm br';efi(+wo+mwp)t ’
Al3
+ ,—i(+wotmw))t ( )
Zm bme ’

= —i(—wy+mw,)t’
D bmem!Centmen

ép = +e_w, Bt sin(w,t — )

i = —crwpfrsin(w,t — )

which, using the Jacobi-Anger relation, becomes

cp = +c_a),,/3l sin(w,t — oh) Z y,;e”‘(’z“’“*'”w”)’,
m

(A14)
—— —C+a)p,8l Sin(a),,t _ ¢J_) Z y;—e—z(+2wo+mw,,)t’

m

013420-6



INTERFERENCE IN FLOQUET-VOLKOV TRANSITIONS

where  yA =™ J, 2181).
oi0pt gid

Using  2i sin(wpt — o) =
— e~ ¢i?" we apply the rotating-wave approxi-
mation for lw, ~ 2wy where only the terms with m; = Al £ 1
survive. Namely, with Aw; = 2wy — lw, where wy = vrk,

1
s a)pﬂ —igt  — Fipt | — +i At
cy ¥ +C—T(e Yirgr =€ Yyoye ’
(A15)
1
. @ i _
o lelg (e 1¢Lyirl+] +l¢> + )e zszl

il — ol _
We define Q" = w,f(e7'? y,,,, —e™ y ,_Dand Q" =
—a),,,Bl(e”""’Ly’flJrl — e+i¢iyf[71). Note that @~ = Q*'. The
solutions are

<C+) _c cfexp[—id (U — Aw) 1]
c-) = 7\ exp [—id (@ + Awp)1]

Lo cfexp[—i (- — Aw))t] (AL
¢, exp [—15 (— + Awy) t]

where Q; = ,/QTQ~ + Aw} and
4+ Qi Q[ + Aa)[
=, =—=)
15\ 2€

Q* Q F Aw

+ I !
— 4 [ ([T

© \/|Szi| ( 252] )

Pseudoeigenvectors become

+1+
(o) b (1) L lop+ey
P =W , i
1 (Clb—(t)e-l-zlw,,t e

+ —zmw,,
w Z b . z(lw”+ﬂl)t
imwpt
Cl Zm bm+le !

el bt

r

(A17)

) e*lmw,,tefl(ﬂ)t (AlS)
l

m+
and
+ 7+ —ilw,t
@, = v Cy b (t)@ ’ e+i(1mp;-91 )
o, b= (1)
— W CZ Zm m—l eiment +1(1w”+91)l
C2 Zm b;eilmwp
= ‘I’Z( Z) emimont g HCEE (A]9)
m
respectively, where b (1) = e~ i*B! sin(@pi—¢l) —

> bhemmeort W = e® Ty and § = (§5 §/%). Therefore,
the mth Floquet coefficients for @, and @, are given by
lp(cf“b;,cl_b;H)T and l/f(C;bm I,CQ_bnj) respectively,
where [ is the nearest integer to 2vek Note that @, near ® is
@p

given by replacing m with m’ + [ as

C;b;, —im'wyt —i(2=2y
o, =V Z 2 e rte z M,

(A20)
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Ao (units of (op)

FIG. 6. Calculated (lines) and simulated (symbols) band gaps,
2A; at 2vpk = w, for the orthogonal linear polarization (solid line
and square) and 2«; at 2vpk =lw, for the circular polarization
(dashed and dotted lines, and circles).

Therefore, for a small Awy, the side band distribution by bfn
is further split by twofold, and the band gap at the avoided
crossing is given by €2;. For a large Aw;, mixing is negligible.

4. Band gap
For linear polarization (6g = 0, qﬁ” =0, qu- = —%, ﬂ” =
B cos O, and B+ = — B sin6y), the band gap becomes

20, = |wpBsin Ok {J,—1(2B cos Ok) + Jn+1(28 cos b))}

J,2 o0 .
- Qnmlg sin Gy,
2 cos 6k
= |nJ, (28 cos 6k) tan Gxw,, |. (A21)
At n=1, 2A = |Ji1(2B]cosb|) tan Ow,| ~ |B sin Oxw,|.
Needless to say, atn = 0, 2A0 = 0.
For circular polarization (fg = %, ol =t =06, Bl =
Bt = %), the band gap becomes
2Kn = Jn+1(‘/_ﬁ) 1171(\/5/3)}
f
= |,(V2B)V2Bw,l, (A22)

where J, is the derivative of the Bessel function. At n =0,
2K = |2]1(\/§ﬁ)%wp| ~ B*w,. Figure 6 shows calculated
and simulated band gaps (see Appendix B for the numerical
approach). For weak interactions, the band gaps agree well
with the simulation.

APPENDIX B: NUMERICAL SOLUTION OF FLOQUET
STATE

An exact solution of a Floquet state involves diagonalization
of an infinite, sparse matrix which is truncatedto NM x NM
for N states (with N x N Hamiltonian) and M Floquet coef-
ficients where truncation requires a knowledge or an educated
guess of the exact solution [2]. Here, we present an alternative
efficient algorithm to determine the characteristic frequencies
and pseudoeigenvectors of Floquet states, using N single
period numerical integrations, N x N matrix diagonalization,
and N x N fast Fourier transforms (FFTs) of a length of M.
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qu(t)
Let us assume that a set of N mixed states, q;(t) = ( : ),

qni(t)
where [ = 1--- N, for N-dimensional Hamiltonian, is known

at t =0 and tr =7, which can be obtained by numeri-
cal integration of the differential equation (time-dependent
Schrodinger or Dirac equation) with the initial condition of
q;(0) for a period from O to 7. Since q; is in general a mixed
state of the pseudoeigenstates, we can write

@) =Y pe ¥ ey, (B1)
k

which is, in matrix notation,
Qt = PthC, (BZ)

where Q, = Q) = {@i ()., - . ., qn ()} = {g;1(1)} is the re-
sult of numerical integration with the initial condition of q;(0),
P, =P@) = {pl(t)vpz’ t va(t)} = {p]k(t)} are the pseu-
doeigenvectors to be determined, and C = {¢;,¢;, - -+ ,ey} =
{ci;} are the (constant) linear combination coefficients yet
unknown. T, = T(¢) = {e~*'} is a diagonal matrix and
describes the (characteristic) temporal evolution of the pseu-
doeigenvectors.

Since P, is periodic (P, = Py), we have,att = Oandt =,

Qo =Py ToC =P,C,

(B3)
Ql’ = P‘[Trc = P()TTC,
respectively. With C = Py 'Qy, and by rearranging the other,
we obtain

Q.Q,' =P,T.P;', (B4)

where the right-hand side is in the form of a diagonal
matrix transformation (eigenvector decomposition). There-
fore, by diagonalizing (Q-Q, 1), we can obtain the initial
pseudoeigenvectors Py and pseudoeigenvalues T,. Namely,
the characteristic exponent becomes In(T; )y, = —iwyT.
Then, we obtain the pseudoeigenvector temporal evolution,

P.T, = Q/(Q;'Po). (BS)
therefore the periodic part is obtained from
P = Q:(Q; 'Po)T; . (BO)
By FFT of P, at r = %r where m =0,1,...,M — 1, we can
determine p .
The above procedure only requires M -step integration from
t = 0 to 7 to determine the characteristic angular frequency,
pseudoeigenvector, and M Floquet coefficients. The character-
istic angular frequency and pseudoeigenvectors are determined
only by the (given) initial and final points. The rest (with
the initial) is used for determining M Floquet coefficients.
Furthermore, for simplicity we can choose Qo = I, namely,

unit vectors of unperturbed basis, for a set of initial conditions,
and then Q, I also becomes I.
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APPENDIX C: SCATTERING THEORY
OF PHOTOEMISSION

The S operator is defined in the interaction picture [31] as

i +o0

i +00
1_7_?,/ doH@t)+--- . ((&2))]

]

Only the zeroth- and first-order terms are considered in the
Born approximation, such that §% — 1= —1 fj;o dt'H(t).
Since (k|H|j) = (k©O1H;V1j ) = kO H[ )] j0))e ",
where wyj; = wyx — w; — w; for a harmonic perturbation, the
S matrix element becomes

i
S =6y — 21 ﬁS(wkjl)Tkj,

(€2)
Ty = Hy O+ -+,

where  H{}(0) = (k(0)|H”(0)j(0)) and 278(e) =

fj;o dte'®. For discrete and normalized states, the S
matrix becomes infinite at the resonance due to the é function,
and the T matrix is utilized instead [32]. However, for
continuum states, the § function describes the momentum
distribution [33], namely, a single momentum component.

2
For example, for a free electron, w = Bk” and

2m
5 — wy) = 8k — k0)|—1|)—|8(k + ko)’ ©3)

where v = %k. Note that the Jacobian factor % = % becomes
the density of states. For a one-dimensional continuum
with |k) = /%%, such that (k'|k) = 278(k — k'), the S-matrix
component becomes the final state in momentum space,

Wi(2) = SW;(2),

1 Ski
Vy(k) = ——=(k|S|i) = ,
! V2 2r
using a unitary Fourier transform, and the final state in position
space (in Schrodinger representation) becomes

(C4

($) 1 oo ot
V(z,t) = / dkW s (k)|kye™*
f o . f
1 [T A
= —/ dkSiilkye "' (C5)
27 J_so
Then, it follows, for a single energy component,
T ‘
WO (1) = — - g eient, (C6)
h Vo

where we assumed §;; = 0.

For a perturbation that is finite in time, the § function
becomes a distribution that is broad and finite. We define the
unnormalized Gaussian function as

%2
G(x,0) = exp [_F]’ (C7)
and the normalized Gaussian function as
. 1 x2
glx,0) = N exp [_ﬁ] (C8)
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such that ff;odtG(t,o)e"“”=27T§(a),§). We define
the time-dependent perturbation term as Vs(r,t) =

v, (r) Re[e '] F(t), where the envelope function is given by

F(t) = VG —1,0,) = Gt — 7,4/20,) = exp[— T,

where o, is the standard deviation width of the
photoionization laser intensity profile. Note that we assume
that photoionization is only significant at the surface, and the
envelope function is at z = 0 only. When the pump laser is also
pulsed, «, B, and y, which are given by the amplitude of the
electric field or the vector potential, also (slowly) vary in time.
We define an envelope function for the electric field of the

f() = /G(t.0,) = G(1.V20,) = expl— ],
where o, is the width of the pump laser intensity profile. Under

the slowly varying envelope approximation y(t) ~ yy f(t),
where yy = y(0), we obtain

pump laser,

enlt) = (ﬁ) L f®l), (C9)
[0l

and they need to be explicitly included in the time integration
of the S matrix. To this end, we define the composite envelope
functions

cn(t)

¢, (0)

_ Jul100lG(t.v/20,))
T (ol

such that ¢, (¢) F (t) = ¢,(0)[",,(¢), and their nonunitary inverse
Fourier transform

L(t;t;00,0,) =

F@)

G(t — 1,7/20,)(C10)

—~ 1 1 +oo .
27T, <cu; T7; ——) = / dtT,(t;7,0,,0,)e' . (C11)
o, Op oo
Note that for a continuous pump beam (o, — 00), the
envelope function becomes a Gaussian function I';, = G(t —
7,4/20,), such that T, = g(w, %)ei‘”. When the probe laser
is also continuous (o, — o0), the latter becomes a delta
function, g — 8(w). Then, Eq. (9) becomes

. +00
SE—1= _;_z/_ dt(w) ()| Vs (e,0)| Wl (1)

i VT i 2 i )
. i(w—wo—nw
_ﬁ<k|?|b) /;OO dt ~ Cn([)F([)E 7

— i i i )"
_ - i(w—wy—nw,
=~ Hu § cn(0) /_ dtT,(1)e

_ _% H Z n(0)27 T (@ — @), (C12)
where we define
T = H,pc,(0). (C13)

Then the Schrodinger representation becomes

1 +o00
wien =5 [ astul

oo

_ _% ST / kT (@ — 0¥ (1)

n
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7O

%——Z gb /dkr‘ (k — k)W) ()

7O

A —— Z Ly F< Nz —v,HWY (1), (Cl4)

where T, (k — k,) = Tk — kyi v, 73 -1
Vpt) = (=2 + 0pt; 0,75 0,0,,0,0,) is the double inverse
Fourier transform of [',. Note that ['{7(&) = [,(—£), be-
cause F{f(&)} = F Hf(—&)}. We approx1mated that the
Volkov phase in W) = e/k-@i=asine,l) remaing constant in
k integration, and we ignored the wave—packet dlspersmn by
® ~ w, + v,(k — k). Also note that w, ; = B2 4 jow, and

n
its dispersion relation and the group velocity ze;';e independent
of jw,, namely, 3;‘;:’ = vy, for each n. Equation (C14) shows
that the photoelectron temporal profile follows that of the
composite envelope function. The wave packet in the nth state

(after collapse of the Volkov states) is

0) )
nb F,(;)(Z _ vnt)e'(k”sz"t),
v,

n

W, (z,1) = —— (C15)

and the intensity (probability density) is given by

0) 2
Li(z.t) = #F,‘;)(z — V1)
n
_ Hnb l) 2
| hu,
H, 2
fee (-2t -2)
hv, U, Uy,
H, N\ 2
- bcn<t - i) G(t —7— im)
hvn Uy Un
Z 2 Z
~ Iy c,,(t——) G(t—r——,ae>, (C16)
v}'l n

where we approximated H":’ ~ gﬁ” = Iy, such that Iy is the

continuous photoemission intensity with no pump laser. Then,
the probability is given by

+00
Pn = / dZIn(Zat)
0

— ooty / dE|ca(®)FE)P. €17)

where & =1 — . Since >, lca(8)]? =1 at any &, the total
photoemission is

Sh =Y v [ dele©rer
~ oY [ dela©F@F

= Ioovo / dg|F(&))?

— Ippvov2mo, (for t—1t > 0,). (CI8)
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The normalized population (fraction) becomes
P 1 /
> P V2mo, J-s

! 1
= dE|c, ()|
/_oo Elea(8)] Nz

_ / dE|c(O)IPFE — T.00),

o0

t

0, d€|c,(E)F (&)

G —1,00)

(C19)

which shows that the photoemission intensity in the continuous
case can be treated as an instantaneous intensity, such that it
allows us to use a semiclassical approximation to perform a
profile averaging to obtain the total population.

However, the integration in Eq. (C19) is not analytically ob-
tainable to our best knowledge, particularly because the Bessel
function is oscillatory for a large argument. Nevertheless, for
a weak interaction (|y| < v/n + 1), J,(Iy]) — Ly for
n >0, we may further approximate J,(f|y|) & f*J.(|y]).
Then, we simply have I, & f"F, and obtain

T2 = G(&%)G@ —17,0,)

= G(1,X)G(E — 14,820), (C20)

2_ 2 1.2 -2 _ -2 -2 — O
where X =0, +n" 0, Q" =0, +no, % and 7, = 75~
and therefore

On — Qflo>G(r,En)& - QZO)M

,
o, o2
1+n=
\ %

(C21)
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where Q) is when o, — co. After a similar treatment for the
spatial overlap, we obtain

0, — 00 [ G&820)

E=t,x,y

where £, ¢ = /02, + 107 ..

(C22)

APPENDIX D: SCALING FACTOR FOR
PROFILE AVERAGING

We define a scaling factor p, such that 0, = 09 (yp0,).
Since we approximated Q(ypp,) & (p,)* QP (yp) for a
weak interaction, we obtain

G(AE,Z, ¢)

| ] —== (D1)
E=tx,y 1+I’lg(;5
Op

Then, for the three-dimensional case (time and space di-
mensions) with a perfect overlap (0. = 0, and A§ = 0),
Q(lO> (vop1) = |1 (yop1)|? with a scale factor of p; = 0.5946
approximately gives the population for n = 1 with profile
averaging.
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