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The problem of highly nonlinear photoemission from a metal surface is considered using analytical and
numerical approaches. Descriptions are found which cover both the weak-field and the strong-field regimes and
the transition between them. The results of a time-dependent perturbation theory are in very good agreement
with those from more numerically involved schemes, including a variational version of the Floquet method and
a Crank-Nicolson-like numerical scheme. The implemented Crank-Nicolson variant uses transparent boundary
conditions and an incident plane-wave state in the metal. Both numerical approaches give very similar results
for weak and intermediate fields, while in the strong-field regime the Crank-Nicolson scheme is more effective
than the Floquet method. We find an enhancement in the effective nonlinearity in the weak-field regime, which
is caused by surface scattering of the final state. The presented theory also covers angular emission probabilities
as a function of light intensity and explains an increase toward forward emission with growing field strength.
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I. INTRODUCTION

The study of atoms exposed to optical fields that greatly
exceed the electronic binding fields has become increasingly
important in the past two decades. With the availability
of intense, ultrashort laser pulses, this has resulted in a
rapid progress of strong-field atomic physics and led to a
multitude of technological advances, for example, in the
area of attosecond physics.! High-harmonic generation and
photoelectron emission are two of the principal phenomena
carrying signatures of strong-field interactions of light with
bound electrons. While these effects are mostly studied in
the gas phase, the interest in extending strong-field physics to
surfaces and nanostructures is continually growing.

In terms of high harmonic generation, the solid state offers
various promising alternatives, either in the form of plasma
generation at surfaces” or, more recently, by using optical-field
enhancements in nanostructures.’ In the case of photoelectron
emission from surfaces, some works study effects beyond
threshold multiphoton photoemission,*"'? although both opti-
cal damage and space-charge effects complicate observations.
Single metallic nanotips have proven useful to study localized,
nonlinear photoemission in a very controlled manner,''!> in
part because they offer the possibility to tailor, enhance, and
confine optical fields. The process of localized nonlinear pho-
toelectron emission at nanostructures is attracting considerable
interest, due to its relevance for high-brilliance, pulsed electron
sources. Recent studies have illustrated the possibility to
observe above-threshold and strong-field photoemission at
such tips.!>!® Despite this experimental progress in strong-
field photoemission from nanostructures and surfaces, a
unified description of the underlying mechanisms and the
transition from the perturbative to the strong-field regimes
is still missing. Because of the predominance of gas phase
studies, the majority of theoretical works treat strong-field
ionization from electrons bound to single-atom potentials.

Early theoretical works are mostly concerned with the con-
ventional (i.e., linear) photoemission process.!’ ! One of the
first physically motivated multiphoton considerations is found
in Ref. 20, where a generalization of the Fowler-DuBridge
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theory?! is presented. This generalization assumes that the
photoemission is a linear combination of partial currents,
each following a power-law dependence on the incident light
intensity,?? a result known from perturbation theory. A first
nonperturbative treatment is carried out by Keldysh?? in the
context of atomic ionization, further developed in Refs. 24 and
25 and extended to the case of metals in Ref. 26. In principle,
the Keldysh approach applies to cases where the photon energy
is much lower than the electron binding energy and, therefore,
requires the minimum number of absorbed photons to be large.
Yet, the approach often produces accurate results also for
relatively small absorbed photon numbers.?’ The large photon
number condition was overcome by Reiss in Ref. 28, where
generalized Bessel functions initially proposed in Ref. 29
are applied in the context of electron-positron pair creation.
Recently, other approaches based on a Floquet analysis®?-32
and a direct numerical integration of the Schrodinger equation
were presented.?3—7

Here, we present a comprehensive theoretical treatment
of weak-field (perturbative) and strong-field (tunneling) pho-
toemission from surfaces and the transition between the two
regimes, including several key aspects that differ from their
gas phase counterparts. This includes surface effects, such as
electron reflection and backscattering, as well as the use of
delocalized initial states. Several theoretical methods which
require varying degrees of analytical and numerical effort are
examined, and their results are compared.

In the physical model considered, electrons are treated as
free independent particles in the conduction band, and electron
excitation takes place in the vicinity of the metal surface.38
The induced time-dependent electric potential is taken in the
dipole approximation and in the length gauge. The length
gauge is known to be well suited for the description of above-
threshold ionization in a perturbation-theory framework. In
particular, for a short-range potential this was previously
justified by comparisons with a numerical solution of the
time-dependent Schrodinger equation*® and with experimental
findings.* We will see in Sec. IV that in the strong-field limit
the length-gauge calculation reproduces the known static-field
tunneling result. The manuscript is structured as follows.
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Section II presents a time-dependent perturbation theory
considering dipole transitions between initial plane-wave
states in the solid and linear combinations of final Volkov
states.*! Here, we employ a modified strong-field approxi-
mation which takes into account electron reflection from the
surface via a Green’s function, which is constructed following
an approach from Ref. 42. The Green’s function describes the
propagation of an electron in a time-periodic optical field. It
is represented as an infinite sum over equally spaced energies
(sidebands separated by the photon energy) and allows for a
natural interpretation in terms of multiphoton absorption of
different orders.

The total photoemission current and the angular distribution
of the emitted electrons for a three-dimensional planar metal
surface are analyzed in Sec. III. Section IV contains a
derivation of the strong-field limit for oscillatory fields. In
Sec. V, a variational approach based on the Floquet method
is discussed, which matches wave functions at the interface
between the solid and the vacuum.

An explicit integration of the Schrodinger equation in the
Crank-Nicolson scheme is covered in Sec. VI for pulsed
excitation. The special feature here is the use of transparent
boundary conditions***> that permit us to treat photoemission
from delocalized initial conduction band states.

In Sec. VII, the numerical results and analysis of
the developed approximations are presented and discussed.
Section VIII concludes the paper. The three appendices provide
details of the formulations: Appendix A gives insight into
the Green’s function calculation; Appendix B covers the
details of the integration of a rapidly oscillating function;
Appendix C provides the formulas of the variational approach
in a form suitable for numerical evaluation. Atomic units are
used throughout the paper unless indicated otherwise.

II. TIME-DEPENDENT PERTURBATION THEORY

First, consider photoelectron emission from metals by a
light field with a single carrier frequency, characterized by the
electric field F(t) = F cos wt. The electric field is taken to be
perpendicular to the metal surface and parallel to the z axis,
aiming toward the vacuum region. We assume that electrons in
the metal move freely, with an effective mass being identical
to the rest mass in vacuum. The metal is characterized by the
surface potential U = —(Er + W) with the Fermi energy Er
and the work function W. The surface interaction between
the electron and the metal as well as the interaction with
the electric field outside the metal, in the length gauge, are
given by

zeF (1), z2>20
V=— @ (1)
Er+W, z<0,
where e = —1 for the electron. Presently, we do not consider

the field penetration into the metal and the image potential,*® so
we neglect the Schottky effect (barrier reduction). The dipole
approximation is justified because the distances essential for
the photoemission process*’ are much smaller than typical
optical wavelengths.

We begin our consideration of the photoemission process
within a one-dimensional model. The relation to a three-
dimensional treatment including experimentally observable
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quantities is discussed in Sec. III. The initial unperturbed state
in the absence of the driving field is described by the wave
function

exp(ikz)+ R exp(—ikz), z <0
Yo(z,t) = exp(—i Et) A
2 exp(—az), 220,

@

where k denotes the initial momentum of the electron, £ =
(1/2)k* + U is the energy of the initial state, @ = /—2E
denotes the decay length of the state in the vacuum region,
and Ry is the reflection amplitude. To calculate the emission
probability in the presence of the time-periodic external field
F(t) one must solve the time-dependent Schrodinger equation

oY 192 v 3
l8t_( 202 ¢ )1’//' ©)

The eigenstates of Eq. (3) at positive z are known as Volkov
states.*! The Volkov state for a time-periodic potential is
characterized by a quasienergy (Floquet eigenenergy), which
is the sum of a drift kinetic energy and ponderomotive energy
shift (electron quiver energy). The latter has a simple physical
interpretation: when an electron is ejected in the presence
of an intense optical field, the field accelerates the electron.
If the interaction occurs continuously over several optical
cycles, the electron undergoes oscillations. The ponderomotive
energy shift is defined as the averaged energy over the electron
oscillations.

In the length gauge, the Volkov states 1//,\,’ with drift
momentum p are given by

¥, =exp {i[p + pa(®)lz — % / [p+ pcn(t)]zdf}. 4)
0

The classical momentum p,; of the electron oscillation in the
electric field is given by

el .
pa(t) = — sinwt. (®)]
w

The lower limit of the integral in Eq. (4) introduces a constant
phase factor and can therefore be chosen arbitrarily.

A. Analytical expression for time-periodic Green’s function

In order to solve Eq. (3), we employ the Green’s function
approach. First, we introduce the time-periodic Green’s func-
tion as a solution of the equation

2 +1 i V)G(z,t;7 1) = §( NS, —1t"), (6)
1 — PO 152, = - - )
ar 20972 “be CTE P

where §,(t) denotes the periodic array of delta functions with
the singularities at t,, = mT, m € Z, and T is the period of
the field oscillations. Note that the required time-periodic,
outgoing Green’s function can be obtained within the strong-
field approximation (SFA)**2>2% as described in Ref. 42.
Finally, the Green’s function can be represented as the infinite
sum over sidebands (see Appendix A):

/v 1 . /
GIM@ 152 = Y —— explifu(t,1)]

n
neZ

x explipnls(z,t) — s, tH1, ()
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in terms of the classical trajectory

s(z,t) =z —za(t), za(?) =/ pa(t)dt (8)
0

of the electron in the electric field F'(¢) and the time-dependent
phase:

1 t
Q,(t,1") = zpa(t) — 2'pa(t’) — 5/ [pr + Pa(D]dr. 9)

o
Note that a similar phase expression was also considered in
Ref. 43, Eq. (2.10), in the context of a zero-range potential.
To take into account photoemission as well as below-threshold
excitation of electrons and emission of photons, we sum over
positive and negative integers n. The drift momentum p,

(Re p, = 0) is determined by the quasienergy condition

i+ U, =E +no, (10)
where U, denotes the ponderomotive energy:
1, ,, €&F?
Up = 5{pal = 7= an

Two comments regarding the strong-field approximation can
be made now: first, GS™ in Eq. (7) is an exact solution
of Eq. (6) at positive z. Secondly, although this Green’s
function satisfies the outgoing-wave boundary condition at
minus infinity, the approximation neglects the influence of the
potential well, which is especially important in the weak-field
regime.

In order to develop a more general quantitative theory em-
bracing both tunneling and perturbative regimes, we propose
the following analytic approximation for the time-periodic
Green’s function:

1
Ge:d ) =3

neZ n
x exp(ipas Y5 (s.), (12)

where s_ and s_ denote maximum and minimum values of
s(z,t) and s(z,t'), respectively. The function ¥ ~(s) is a
linear combination of plane waves (the minus superscript in-
dicates that this function controls the left boundary condition)
given by

T expli 2, (t,1")]

Y(s) = exp(—ipus) + RIVRD explipys),  (13)
with

RO =

ky + Pn

and the momentum

ky =/ p}+2U, - U), (15)

where U = —(Er + W) denotes the potential step at the
surface. Jy(x) is a Bessel function of zeroth order. Figure 1
shows a schematic of the Green’s function containing outgoing
and surface-reflected waves from a perturbation at s’. The
most notable aspect of this Green’s function is the reflection
coefficient R\WR?, which contains two components: RV
plays the role of an elastic reflection amplitude in analogy
with the one for a step-down potential, with momenta p, and

_kn — Dn ’ R’(;) _ Jo<2pn23F>’ (14)
w
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FIG. 1. (Color online) Sketch of the plane-wave components of
the Green’s function (perturbation at s’), taking into account a finite
reflection amplitude at the metal-vacuum interface.

k, on the upper and lower potential levels, respectively; R
represents the influence of the oscillatory field on the reflection,
giving the amplitude of an elastic flip-flop transition.’*>2
The reflection coefficients with (solid green) and without
(dashed red) R}lz) are shown in Fig. 2 for different field
strengths as a function of momentum p,, comparing them
with a more involved (and slower) computation of field-
dependent reflection coefficients in a Floquet method (dotted
blue). Interestingly, the inclusion of R® gives a drastic
improvement over the more simplified picture with only RV
and deviates from the numerical approach only at very high
fields [Fig. 2(d)], where reflection is suppressed in any case.
Three observations regarding Eq. (13) can be made. First,
in the limit of the zero field, this approximation is compatible
with the outgoing boundary condition in the metal (minus
infinity). Second, while we approximately satisty the boundary
condition at minus infinity, we still have an exact solution of
Eq. (6) at positive z. Thirdly, the proposed approximation goes
beyond the strong-field approximation, because it incorporates
the effect of a potential well. As we will show later,

. : : : : :
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FIG. 2. (Color online) The reflection coefficients as functions of
momentum p, from analytical [dashed red: RM only; solid green:
RMR®] and numerical (dotted blue) computations for different
field strengths (a) F = 0.2 V/nm, (b) 3 V/nm, (c) 10 V/nm, and
(d) 30 V/nm.
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this approximation yields good quantitative agreement with
numerical results of a direct integration of the Schrodinger
equation.

B. Formula for photoemission probability

Having constructed the Green’s function, we can now
calculate the solution of Eq. (3) from the integral representation

Y(z,1) = Yo(z,1)
T 00

+// G(z,t;7 Ve , oz thdZ dt, (16)
o Jo

where Vp(z,t) = —zeF coswt. The momentum-dependent
transmission probability w(k) through a time-dependent trian-
gular barrier is defined as the ratio of transmitted and incident
current densities. After some algebra we obtain the following
expression from Eq. (16):

1 1 T 2
w<k>=n§(k) o |7 /O (W (@.0| Ve |Yoz.0)dt| . (17)
where
YV (2,0 = Y [s(z,0)]e O, (18)

and we sum over all open channels. N (k) denotes the minimum
number of photons necessary for the photoemission process,
according to Eq. (10). The functions v, $2,, and wl(]:)(s) in
Eq. (17) are given by Egs. (2), (9), and (13), respectively. We
employ the (- - - ) notation to represent the integration over the
spatial variable z € [0,00). In an analogy with above-threshold
ionization in atoms,” ¢ each term of the sum in Eq. (17) can
be interpreted as an n-photon contribution:

wk) = > wa(k). (19)

n>N(k)

The terms with n larger than N(k) correspond to above-
threshold photoemission channels. Furthermore, we have to
sum over all occupied states of electrons in the metal, which
leads to the total current emitted by a unit surface.

Equation (17) corresponds to the transition probability in a
strong-field approximation,”>?® except for the replacement of
the final states for each n-photon transition amplitude. Instead
of final Volkov states, we use the mixed Volkov states W,,n,l,v,
which are superpositions of waves with opposite momenta.
These final states take into account the major contribution of
rescattering on the potential well, which is especially important
in the weak-field regime. Using the following properties of the
initial states and the Volkov states,

Vi - _-3_1 2. Vs
Vi, (@) =\ =i = Slpa+ paOF 11, (2.0), (20)

a
i= Vo = EYo, 2y

we can evaluate the matrix element in Eq. (17). Equation (20)
follows from the time-dependent Schrodinger equation for
Volkov wave functions, and Eq. (21) follows from the
assumption of a stationary initial state. After some algebra, we
obtain the following final formula for the emission probability:

k 1 2
wn(k) = mEUn(pn) + R,(ll)Rﬁlz) In(_pn)’ s (22)
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where we introduced the integral

1 [7 F
I(p) = 5/0 <ioc Yp+ % sin q> expliS(@)ldg, (23)

peF e*F?
S(g) =nqg — —5-C0sq — ——- sin2gq. (24)
w 8w

Equations (22) and (23) present the main result of this
subsection. These formulas describe the simple picture of the
photoemission process as consisting of two actions: first, the
electron absorbs 7 photons and becomes free; the electron then
scatters elastically on the potential well. This physical picture
is supplemented by a very simple way to evaluate the integrals
(see Appendix B).

III. TOTAL CURRENT DENSITY AND ANGULAR
DISTRIBUTION OF EMITTED ELECTRONS

In the previous section, we derived expressions for the
emission probability in the one-dimensional case. A number
of experimentally observable quantities, such as the angular
distribution of emitted electrons, require a three-dimensional
treatment. Considering the translational symmetry parallel to
the surface and the associated conservation of the parallel
momenta k,,k, of the initial momentum k = (k,,k,,k;), the
results of the one-dimensional treatment also apply to a
three-dimensional planar surface. For the corresponding three-
dimensional expressions, the one-dimensional momentum k in
Eq. (22) merely has to be replaced by the projection k, related
to the motion perpendicular to the surface.

Next, we employ the formula for the current incident on the
metal surface of the unit area:>">

d’k k,
(271’)3 eﬁ[(k§+k§+k§)/2—Ep] + 1'

Jo=¢ (25)
Here, g = 2 is the spin multiplicity of the electron, 8 denotes
the inverse thermal energy, and d>k is the three-dimensional
volume element in momentum space. The exponential in the
integrand in Eq. (25) originates from the equilibrium Fermi-
Dirac distribution.

By multiplication with the probability w,(k,) of the n-
photon process found in Sec. IIB, an expression for the
n-photon contribution of the total current emitted by a unit
surface is obtained:

d’k
=2 Gy, 2

n>=N(k;)

k wy(k;)
BlUGHEHRD/2=EF] 4 1"

(26)

Since k,, k, are conserved quantum numbers we may write

ky = pstan6 cose, ky, = p,tané sing, 27)

where p, denotes the vector projection of the final momentum
on the z axis and 0 and ¢ are the polar and azimuthal angles
of the final momentum, associated with a spherical coordinate
system. Combining Eqs. (26) and (27) and using the formula

p?

0s3 0

dkydk, = e, (28)
- C
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we obtain for the angular distribution of the total current

pﬁ k. w, (k;)dk,

;2 1 /‘X’ 5
dQ  (2m)?cos’6 J, o Pl +ptan® 0)/2—Ep] 4 1"

(29)

The angular distribution does not depend on the azimuthal
angle ¢ because of the cylindrical symmetry of the problem.
The total current emitted by a unit surface can be calculated
by integration over the solid angle €2. The integration yields

J= / ) Y kaw,(k)F(k.)dk:, (30)
0

n=N(k;)

where F'(k,) is the momentum distribution of free electrons
projected on the z axis:

1 2

(2n)251n[1 + P ErED, (31
Similar expressions can also be obtained by using material-
specific band structures and density of states. Furthermore,
note that in an analogy with the generalized Fowler-DuBridge
theory each term of the sum in Eq. (30) can be interpreted as
a partial current.?? In the low-temperature limit, we may write
Eq. (29) as

Ay L1 fhee® ,
ST SP IR

n=N(k;)

Fk,) =

(32)

where the final momentum p, is defined by Eq. (10), and
the upper limit of the integration in Eq. (32) is given by the
condition

1k2 (0)=Ep — (nw— W — U,)sin 6. (33)

2 "'max

The upper integration limit in Eq. (32) follows from the expo-
nential term in Eq. (29). Physically, the quantity ky,.x(0) is the
angle-dependent perpendicular component of the momentum
at the Fermi energy. Thus, it gives the maximum perpendicular
momentum at any emission angle. Since the expression in
brackets in Eq. (33) is positive for open channels, kp.x(6)
decreases with an increasing emission angle. Equations (29),
(30), and (32) are the main results of this subsection.

IV. TUNNELING APPROXIMATION

In this section we use the perturbation theory to derive
simplified expressions in the strong-field limit. It will be
shown that in this regime the well-known tunneling formula is
obtained.

For the photoemission process, the integral over phase in
Eq. (23) contains a rapidly oscillating function exp[i S(g)],
where S(q) is the coordinate-independent part of the classical
action, given by Eq. (24). This fact allows us to employ the
saddle-point method,”’° which is known to work very well
for sufficiently strong fields. First, we exclude n from Eq. (24)
by using Eq. (10) and then introduce the effective frequency
of the oscillations as

y 1 el . 2 o?
S(q)=—2 p+—sing | +—. (34)
W w 2w

PHYSICAL REVIEW B 84, 195426 (2011)

The positions of the saddle points are given by the equa-
tion S'(¢) = 0, which yields for the points in the upper complex
half plane

. w
sing = e—F(za - p). 35)

This equation has many solutions, but only one of them,
the point approaching the maximum of the electric force
eF cos(q) at p = 0, contributes to integral (23) at sufficiently
strong fields. According to the general theory of adiabatic
transitions,*’ this point can be interpreted as an “instant of
emission.”

For the second derivative we obtain

" ol
S"(q) = N cosqg. (36)

Now the integral, defined by Eq. (23), can be approximately
calculated by the formula

ia| 2mi
In(p) = _[S//(q)

b4
where ¢ is a suitable solution of Eq. (35). Combining Eq. (37)
and the definition of w(k) from Eq. (22), one obtains the
expression for the total probability:

20 ok

k)= —
w(k) T oo+ k?

12
] expli S(g)], (37)

o0 1
/ exp[—2Im S(q)ldp, (38)
o |Fcosq|

where the summation over n absorbed photons is carried out
using

1 oo
> v =~ /O pu(p)dp. (39)

n>=N(k)

Since g defined by Eq. (35) is a function of p, the integrand
in Eq. (38) can be treated as a momentum distribution of the
ejected electrons in the strong-field regime. An evaluation of
Eq. (38) yields the total emission probability from a single
energy level in the metal.

To obtain the tunneling approximation we propose the
following analytic approximation for the imaginary part of
the classical action S(g):

15—0‘311‘”0‘2 1‘“”240
mso =57 [1-55(F) | /{1 - (6F) - @0

Using a Taylor expansion over the field variable, it can be
seen that in the strong-field limit, this expression correctly
reproduces the explicit imaginary part of Eq. (24) up to F 3.

We substitute Eq. (40) in Eq. (38) and introduce the variable
of integration g by the substitution

eF .
p = ——singqp. “41)
w

The physical motivation for this substitution follows from the
connection of the drift momentum p with the phase of emission
qo in an electric field e F' cos g. The right-hand side of Eq. (41)
then gives the drift momentum for zero initial velocity. Since
qo € [%n,n] is a real variable, the substitution introduces also
a maximum kinetic energy, which is the classical cutoff energy
20,7173
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Finally, we obtain the leading contribution to the total
probability:

® 1 2wk / T 203 d 2)
wk)= ———— exp| — —— .
wa?+k? ) P 3| F cos qo| o

The exponential term in the integrand coincides with the
known expression for the Wentzel-Kramers-Brillouin (WKB)
approximation of the tunneling probability through a static

triangular barrier:®!
4ak 203

Thus, we have shown that the approach developed in Sec. II
is consistent with the general idea that, for very high fields,
the photoemission process can be described by a plain cycle
averaging of the tunneling probability for stationary fields
(the Fowler-Nordheim formula). Note however that a cycle
averaging of Eq. (43) gives two times bigger values than
Eq. (42). This discrepancy most likely arises from the fact
that Eq. (43) was derived in Ref. 61 in a weak-field limit and
tends to overestimate the explicit result at strong fields (see
Fig. 3). Instead, our tunneling approximation was obtained for
sufficiently strong laser fields. The total probability in Eq. (42)
does not exceed 0.5 because the ejection of the electrons is
possible only when the electric force e F cos g is positive.

In order to obtain the total current J emitted by a unit
surface, we have to sum over all occupied electronic states in
the metal, according to Sec. III. The leading contribution of
the integration is given by

1 [Ep F? 4/2W3/2
J = i exp( — 4vawis , (44)
1672V W W + Ep 3F

where E r denotes the Fermi energy and W is the work function
of the metal. Equation (44) is similar to the known Fowler-
Nordheim formula for the emission current density in the static
electric field F .61 Equations (38) and (42) are the main
results of this subsection.

w(k) =

T T T T T T T T T T T
100 L g = mm=F= i
P -
/
~ /
> 10° / b
B /
= /
< /
= /
e 4
= -10 / _
10 /
/ Crank-Nicolson
) exact solution
/ --- WKB
10'151 R | R R R A
1 10 100 500
F (V/nm)

FIG. 3. (Color online) Tunneling probability for a triangular
barrier as a function of the static electric field: exact result (cyan
line), WKB approximation (red dashed line), and Crank-Nicolson
scheme (triangles). Work function and Fermi energy are 5.5 and
4.5 eV, respectively.
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V. VARIATIONAL FORMULATION OF
FLOQUET METHOD

The method of matching wave functions at an interface
joining two media with differing properties is widely used in
quantum theory. Recently, this method was discussed within
the context of a photoemission process.*’ Here, we present the
variational version of this approach.

In order to employ the variational method for Eq. (3),
we first introduce a trial solution satisfying the appropriate
radiation conditions for this problem. For later convenience,
we omit the phase factor exp(—i Et), where E is the energy of
the initial state [cf. Eq. (2)]. The trial solution for negative z is
given by

Nimax

YO @.0) = explikz) + Y Ryexp(—ikyz — inot). (45)

n==—Nmax

The wave internally reflected from the surface contains both
an elastic reflection and a superposition of waves with energies
changed by integer multiples of the photon energy. The corre-
sponding momenta of the reflected plane-wave components are
givenby k, = k% + 2nw with initial momentum k, R,, denote
the reflection amplitudes, and n is the number of absorbed
photons. The minus superscript on ¥~ indicates that the trial
function solves Eq. (3) at negative z. For positive z, the trial
function ¥ is given by the following linear combination of
Volkov solutions:

N,
max F

v P(z,1) = Z T, exp |:i (pn + & sinwt)z]
®

n=—Nmax

F 252

2

ipneF
X exp( Pre? coswt + 2
w w-

sin 2wt — inwt), 46)
where p, are the momenta of the transmitted modes, given

by Eq. (10), and T,, are the transmission amplitudes. Next, we
introduce the functional

T
= / [ 0.0) — ¥, Pds
0

T +) =) 2
+ s/ |:31// ©O,1) — i(o,t)} dt, 47)
0 0z

0z

where the parameter s = k2 in front of the second integral
was introduced from dimensional considerations. The quantity
I is then a function of R, and T,. The matching conditions,
requiring both the wave function and its first derivative to
be continuous at z = 0, are obtained by minimizing / with
respect to each of these parameters. Selecting a sufficiently
large number Np.x, We obtain an approximation very close
to the exact matching conditions. Minimizing the functional
yields the following system of linear equations:

Nimax
Z (Afszm + B;mRm) = _B’;)S’
m=—Npax (48)
Nimax
Z [(B;m)*Tm + Drsszm] = _Dn_(;'
m=—Npax
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Formulas for the matrix elements A3, , B;,,, and D;  are given
explicitly in Appendix C. Equations (48) allow us to determine
the transmission amplitudes 7, and to subsequently calculate

the photoemission probability as

wl) = Y w0, w) =L @9)

n>N(k)

where w, (k) describes the n-photon contribution.

Note that, although our approach is also based on the
matching condition and is therefore similar to the procedure
implemented in Ref. 30, there is an important difference: we
use the variational method rather than a Fourier expansion
for time-periodic functions. According to the variational
theorem, our approach guarantees the best approximation of
the matching conditions for a given number Nyy.

Finally, the results of the Floquet approach also serve as
a good approximation not only to continuous-wave excitation
but also to time-varying or pulsed fields, as long as the optical
frequency is much bigger than the bandwidth of the driving
field. We will see in Sec. VII that the Floquet computations
for a continuous-wave excitation are in quite good agreement
with the results for 10-cycle pulses obtained within the Crank-
Nicolson method [compare Figs. 4 and 7(b)].

VI. MODIFIED CRANK-NICOLSON SCHEME

Strictly speaking, the Floquet method is only applicable
to continuous wave, i.e., time-periodic, fields. Nevertheless,
it can be extended to consider pulses within the applicability
of a slowly varying envelope approximation. For even shorter
pulses, e.g., in the few-cycle range and to describe carrier-
envelope effects, a direct integration of the Schrodinger
equation is desirable. The Crank-Nicolson method is one
numerical scheme for the integration of the Schrodinger
equation and has been used for nonlinear photoemission from
localized initial states.®® Here, we present an extension of the
numerical scheme, taking into account the delocalized nature
of initial states, which has important consequences for the
photoemission yield in the strong-field regime.

In the numerical implementation we will solve Eq. (3) for
a bounded spatial domain [a,b]. A weak formulation of this
problem is obtained by multiplying Eq. (3) with a so-called
test function ¢(z) € L*[a,b] and integrating by parts:

by 1 [? 3¢ oy 1 oy
i— —Vy)dz— - | —=—"dz+-9p—| =0,

/a‘”(’at 1/’)2 2/a 5z 9z 2%,
(50)

where V¥(z,t) is the solution of the time-dependent Schrodinger
equation with the potential V = Vi + Vg [Eq. (1)]. Vw
denotes the potential well and Vp = —zeF(¢)n(z) is the
induced time-dependent potential with the Heaviside function
n(z). We now focus on the derivation of a fully discrete
approximation to Eq. (50). For this reason, we introduce
the uniform time discretization ¥ (z) = ¥ (z,t™), where
t™ =mAt, m e N with time step size At. We use the
implicit midpoint rule for the time derivative.

To treat the boundaries, transparent boundary conditions
are imposed.***> These boundary conditions are nonlocal in
time and can formally be written in terms of a fractional time
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derivative, which is explicitly given in Ref. 44. However, it is
more important for us that these boundary conditions can be
written in the temporally discrete form

8w(m) _ 3&((;”)
0z 0z

m

+2¢ ) Busexpl iV® — VRO — 0], (51

k=1

where plus and minus correspond to the right and left
boundaries, respectively. The coefficients §,,_; are given
explicitly in Ref. 45:

!
@)’

Bon = —Pon. (52)

ﬂ2n+l

The V™ are given by

m

V(m) — VWt(m) + V(Wl), V;m) — Z V[(;k)Al‘, (53)
k=1

where V;k) is the temporally discrete representation of the
induced potential V. Note that V™ and V(Fm) in Egs. (53) are
still functions of the spatial variable z. The “dressed” initial
state is given by &ém)(z) = exp[—iV;m)]w(gm)(z), where 1//(()m>(z)
is the temporally discrete representation of the initial state
given by Eq. (2). The constant g is defined as

_ L <_Z> (54)
g = Eexp 7 )

Substituting the spatial derivative wz(”‘) from Eq. (51) in
Eq. (50), we obtain the weak formulation in the presence of
the boundary conditions. To obtain a fully discrete formulation
of our problem, we follow the Petrov-Galerkin method® and
employ the expansion

N
Y =Y o), (55)
j=1

where ¢;(z) denote the basis functions, which are chosen
as cubic B-splines with compact support. The elements cﬁ-'")
are the fully discrete approximations to the exact solution of
Eq. (3). Finally, the fully discrete approximation to Eq. (50) is

written as

(I _ H(m+1))c(m+l) — (I + H(m))c(m) + b(m) 4 b(m-H)7 (56)

(m)

where the column vector ¢ is defined by the elements ¢ T

The square matrix H™ in Eq. (56) is described by

1 (Y dy;do; b
H" =- | =222y / VO (2)d
i 2 ) 4z Z+ ; ® (D)pjdz
—8pivi|  —8%ivi| (57)
z=a z=b

and the overlap matrix I originating from nonorthogonal basis
functions is given by

2 [P
lij = —

i@idz. 58
Ataw%z (58)
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Note that the difference between the presented numerical
scheme and the Crank-Nicolson scheme from Ref. 65 origi-
nates from the column vectors b on the right side of Eq. (56).
These vectors are defined by the elements

1 aw(m)
b(m) — ——w: 2 (m)
i 2%( 5. T gy

b

(39)

a

where the spatial derivative should be taken from Eq. (51).

The time iteration is performed in two steps. First, we
evaluate the right part of Eq. (56). This is simply a matrix vector
multiplication and a sum with the vectors 5 and b1,
which includes boundary effects. The second step requires
solving a linear system of equations involving the matrix
Hamiltonian H™ with the time-dependent potential given by
Eq. (1). This is the main computational difficulty. Inasmuch
as the spatial discretization based on B-splines yields banded
matrices with bands close to the main diagonal, this difficulty
can be efficiently solved by direct methods.® For instance, the
numerical procedure used here is based on a factorization into
lower and upper triangular sparse matrices (LU factorization
routine).

Although the approach involves computational difficulties,
it has been proven that this scheme is unconditionally stable.®’
Thus, it can be successfully used for the determination of
important physical properties related to photoemission by
ultrashort laser pulses from an initially delocalized state, given
by Eq. (2).

A good reference check for the numerical accuracy of the
developed Crank-Nicolson variant is obtained by calculating
the emission probability for a static electric field. Figure 3
shows the tunneling current through a static barrier as a
function of applied field strength. Except for very strong fields,
the WKB approximation given by Eq. (43), and an exact
solution based on Airy functions [see, for instance Eq. (20)
in Ref. 68] give very similar results for a wide range of
field values. Truncation errors (from the double precision used
numerically) are only encountered at emission probabilities
below 10~ (not shown).

VII. NUMERICAL RESULTS AND DISCUSSION

A. Yield dependence of different models

In order to assess the developed methodology, we compare
the results derived in the different approaches.

In Fig. 4, we present the results for surface photoemission
derived obtained with our Crank-Nicolson calculations (solid
green), perturbation theory (dotted orange), and the Floquet
method (dot-dashed and dashed blue). The excitation wave
length was chosen as 800 nm, corresponding to a photon
energy of hw = 1.55 eV. The Fermi energy and the work
function were taken to be 4.5 and 5.5 eV, respectively.
Similar to the case of multiphoton ionization of atoms by an
intense light field, the photoemission from metals is usually
characterized by the Keldysh parameter y =,/W/2U,.2%%
Figure 4 illustrates the transition between the perturbative
(y >1) and the tunneling regimes (y < 1). For the transition
region (y = 1), one finds F =~ 18 V/nm. This transition from
multiphoton to tunneling emission was observed experimen-
tally on metal nanotips by Bormann et al.'> The oscillatory
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FIG. 4. (Color online) Emission probability, defined as the ratio
of (time-averaged) outgoing and incoming current densities, as a
function of the peak electric field of the incident light: results of
continuous-wave Crank-Nicolson computations with the delocalized
initial-state (solid green) and perturbative approach [Eq. (22)] (dotted
orange). Results of the variational approach showing the contributions
from four-photon (dashed blue) and five-photon (dot-dashed blue)
absorption. Work function and initial-state energy (Fermi energy) are
5.5 and 4.5 eV, respectively.

structure in Fig. 4 can be explained by channel closing effects
of different multiphoton orders,?® close to fields where p=0
in Eq. (10). The emission probabilities computed within the
Crank-Nicolson and perturbative approaches show rather good
agreement, except for a small deviation at the closing of the
lowest-order channel (n = 4).

The two lowest individual channel contributions derived
from the variational approach based on matching conditions
(Floquet method) are shown as blue lines in Fig. 4. The
predominant contribution in the weak-field regime stems from
four-photon absorption, consistent with the work function and
photon energy used. Also, this approach gives very good
agreement with the other two methods. However, it should
be noted that the Floquet method becomes less stable at
larger field strengths, so its recommended use is primarily
in the weak- and intermediate-field regimes, where it yields
excellent results. We conclude that all three approaches are
generally very accurate for continuous-wave excitation. Using
a slowly varying envelope approximation, the results for the
Floquet method and the perturbation theory can be extended to
pulsed excitation in a straightforward way,'> while the Crank-
Nicolson approach is of course valid for all time-varying fields.

B. Surface current: Crank-Nicolson approach

To obtain some additional insight, we use the adapted
Crank-Nicolson scheme to calculate the time-resolved current
through a metal surface illuminated by a continuous wave,
shown in Fig. 5. As shown in Fig. 5(b), the maximum of
the surface current is found at wt ~ /2 in the weak-field
regime (y > 1); i.e., the driving field and surface current are
out of phase. The maximum surface current is approximately
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FIG. 5. (Color online) (a) Normalized time-resolved surface
current as a function of both the peak electric field and temporal
coordinate. Dashed line indicates electric force. Work function and
Fermi energy are 5.5 and 4.5 eV, respectively. Lower panel: exemplary
curves for Keldysh parameters (b) y = 6, (c) y = 3.6, (d) y = 0.6,
and (e) y = 0.3.

102k, while the averaged emission current, as seen in Fig. 4,
is only about 10~8&. This indicates that the vast majority of
electrons transiently excited near the surface are not emitted.
This situation changes dramatically with increasing field
strength [cf. Fig. 5(e)]. Here, the instantaneous surface current
becomes rapidly oscillating, except for wt &~ m. Thus, the
major contribution to the time-averaged current is generated
in phase with the driving force. Also, the maximum emission
current and the corresponding averaged current in Fig. 4 are
of the same order of magnitude. The time-dependence of the
emission current and its relative phase to the driving force
should be relevant for the application and interpretation of
nonlinear photoemission in the detection of carrier envelope
phases.®>7° Figure 5(a) provides a more complete illustration
of the transition between the weak-field and strong-field
regimes, in which also the channel closings are apparent as
weak horizontal features.
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FIG. 6. (Color online) Magnitude of [(a), (b)] wave function
|¥(z,1)| and [(c), (d)] current density as a function of time and space.
Dashed lines indicate electric force for reference. Solid white lines
show corresponding classical trajectories. Parameters: W = 5.5 eV
and Er =4.5eV.

In order to study the photocurrent in more detail, we
plot the space and time dependence of the absolute value
of the computed wave function | (z,7)| in Figs. 6(a) and
6(b) and the instantaneous current density in Figs. 6(c)
and 6(d). Here, the time axis covers two optical cycles,
and the spatial domain shows the vacuum region with the
metal surface at z = 0. Figures 6(a) and 6(b) can be formally
split into two regions: a near region (z < 10 a.u.) and a far
region (z > 10 a.u.). In the near region, the exponential tail
of the initial state mainly undergoes oscillations in phase
with the electric force eF cos wt, schematically represented
by the dashed line. These oscillations can be described
in terms of a simple harmonic oscillator picture with its
resonance frequency being the work function and the system
driven at a much lower frequency (below resonance). At
low field strength, and because the driving frequency is
substantially lower than the work function, the state bound
to the metal oscillates in phase with the driving force. The
surface current corresponds to a time derivative of this wobble
motion and results in the antisymmetric curve shown in
Figs. 5(b) and 5(¢).

At higher field strengths, this symmetry is broken, because
the surface current no longer consists mostly of wobble motion
but contains a substantial contribution from the tunnel current,
which has its maximum at the phase of maximum of the driving
force, i.e., at wt = . For comparison, the solid white lines
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show the corresponding classical motion.”'~”* For a cosine
electric field, the classical trajectories are given by

eF . eF
z(t) = <vo — —sin a)t())(t — o) + —2(cos wty — cos wt),
w w
(60)

where the first brackets contain the drift momentum, v,
denotes the initial velocity, and #, is the time of emission.
It is usually assumed that the electron is born around the
maximum of the electric force with zero initial velocity.
However, in comparing classical trajectories with the quantum
mechanically computed probability densities, we have found
that much better agreement in the weak-field regime is
obtained for a small positive velocity vy <+/2w. The small
initial velocity vg is obviously the result of excess energy
in the quantum mechanical transition, which becomes a less
important contribution at strong fields. Because of the initial
nonzero velocity, in contrast to the usual treatment, classical
trajectories starting even slightly after the maximum of the
electric force escape the surface, while later trajectories return
to and scatter at the surface. The fast oscillations in the near
region [shown in Figs. 5(d), 5(e), and 6(d)] thus stem from the
interference of various wave-function components, consisting
of the initial state, emitted, returning, and rescattered ampli-
tudes. The frequency of the oscillations increases with the
field strength due to the additional kinetic energy accumulated
in the far region. The maximum kinetic energy of returning
electrons for vy = 0 is well known as approximately 3.2U,.”!
Figure 6(d) also shows that the rescattered amplitude back into
the vacuum is relatively small.

C. Pulsed excitation: Crank-Nicolson approach

In the following, we apply the modified Crank-Nicolson
scheme to evaluate the surface photoemission probability by
short and ultrashort pulses, using the same parameters as
before (with Fermi energy Er = 4.5 eV and work function
W =5.5 eV). We study the emitted charge as a function
of the peak field strength for a Gaussian pulse of the form
F(t) = —Foe 22/7’ cos wt, where Fp is the peak field
strength and 7 denotes the full width at half maximum of the
intensity envelope. Symmetric pulses are assumed throughout
this paper. An analysis of carrier-envelope effects will be the
subject of future study.

Figure 7 displays the emitted charge (normalized to the
pulse duration 7) for incident pulse lengths between one
and ten optical cycles at a center wavelength of 800 nm,
corresponding to durations between 2.7 and 27 fs. Generally,
similar yield dependencies on the incident field strength as in
continuous-wave excitation are observed (cf. Fig. 4), which
also justifies the use of the perturbation theory for moderate
pulse lengths. Modifications mainly appear in a decrease of the
oscillatory structure near the channel closings, which becomes
increasingly evident for shorter pulse durations. The two
effects responsible for this observation are: (i) the continuous
distribution of field strengths within the pulse envelope and,
more importantly, (ii) the finite frequency bandwidth in pulsed
excitation, which causes channel closings at different spectral
components to occur at different peak field strengths.
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FIG. 7. (Color online) (a) Crank-Nicolson computations for
photoemission as a function of the peak electric field F, for single-
(dashed) and two-cycle (solid) pulses and tunneling approximation
(dot-dashed cyan). (b) Comparison of Crank-Nicolson photoemission
yield for localized (dashed) and delocalized (solid) initial-state com-
putations (the dashed curve is fit to agree with the solid curve for weak
fields). The inset schematically depicts the metal-vacuum interface
(spatial coordinate z = 0) for (c) localized and (d) delocalized initial
states.

In the strong-field regime, the charge emitted from the
Fermi level is proportional to the pulse duration and can
be estimated as krw(kr)t, where kr denotes the Fermi
momentum and w(kr) is the tunneling probability (at the
Fermi level) given by Eq. (42) for a continuous wave. The
Crank-Nicolson computations approach this limit for large
field strengths [cyan line in Fig. 7(a)].

In Figure 7(b), the emitted charges from localized (dashed)
and delocalized (solid) initial states are compared for incident
ten-cycle pulses. It is evident that deviations occur at field
strengths beyond a Keldysh parameter of unity (corresponding
to a field of 18 V/nm), where depletion of the localized initial
state results in a current saturation.

D. Angular distribution: perturbation theory

A particular advantage of the perturbative approach de-
veloped in Sec. II is its straightforward extension from
a one-dimensional formulation to a problem in which the
angular emission characteristics in three-dimensional-space
can be described (Sec. III). We now discuss the results
of these computations. The polar plot in Fig. 8 displays
the angular distributions for different Keldysh parameters,
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FIG. 8. (Color online) Normalized angular distributions of emit-
ted electrons in the low-temperature limit [Eq. (32)] for field strengths
of F =1V/nm (y = 18, dotted), F = 12 V/nm (y = 1.5, dashed),
and F = 30 V/nm (y = 0.6, solid), derived from perturbation theory.
The angles denote the emission direction perpendicular to the metal
surface.

each normalized to the angular maximum. The simulation
parameters are the same as previously.

In the weak-field regime, a relatively broad emission cone
with an opening angle of about 60° is found (dotted), which
narrows substantially for increasing field strengths (dashed
and solid), down to approximately 15° at y = 0.6. Angular
oscillations at weak and intermediate fields stem from the
oscillatory dependence of the emission probability on the
initial energy, which, via Eq. (33), couples to the total angular
current. A rather narrow emission cone at strong light fields
was also theoretically predicted in Ref. 74, as well as solid
angle reduction in large static fields.”> Experimentally, we
have previously found a reduction in the solid angle of
emission from metal nanotips in the transition from the
weak- to the strong-field regime.'> In that experiment, the
emission was induced from a highly curved surface, whereas
Eq. (32) is derived for a flat surface. This explains why the
solid angle reduction in the experiment was less pronounced.
Quantitative agreement with the experimental data could be
obtained by integrating the local current density over the
curved surface.”®”’

E. Effective nonlinearity: Floquet method and
perturbation theory

While the Crank-Nicolson approach can be considered
as being the most versatile, the computations within the
Floquet method discussed below are appealing because of their
numerical simplicity and accuracy for weak and intermediate
fields. Figures 9(a) and 9(b) show double logarithmic plots
of the total emission yield as well as the four- and five-
photon contributions for work functions of W = 5.2 and
5.5 eV, respectively. In both cases, the threshold multiphoton
process is four-photon photoemission, so that from conven-
tional multiphoton descriptions (e.g., Fowler-DuBridge-type
generalizations) an effective nonlinearity of 4 is expected
throughout the weak-field regime, and the emission probability
is assumed to scale with the fourth power of the intensity
(xF?). However, the present theoretical treatment shows that
the effective nonlinearity—even at fields for which the four-
photon contribution is dominant—may substantially differ
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FIG. 9. (Color online) (a)—(c) Emission probability and effective
nonlinearity computed with the Floquet method. Four-photon con-
tribution (dashed), five-photon contribution (dot-dashed), and total
emission probability (solid) for work functions of (a) W = 5.2 eV
and (b) W =5.5 eV. (c) Effective nonlinearity for W = 5.2 eV
(dot-dashed), W = 5.5eV (solid), and W = 7.1 eV (dashed). (d)—(e)
perturbation-theory computations, illustrating the role of reflection
in the enhancement of the effective nonlinearity (W = 5.5 eV).
(d) Effective nonlinearity with (solid) and without (dashed) inclusion
of surface reflection. (e) Field-dependent reflection coefficients (four-
photon process) from Eqs. (14).

from the value of 4, is dependent on field strength, and is
highly sensitive to the work function.

Figure 9(c) displays the effective nonlinearity of the
photoemission process as a function of the field strength. Note
that while the photoemission yields are plotted as a function
of field throughout this paper, the effective nonlinearity refers
to a power-law scaling of the current with the intensity. At
a work function of 5.2 eV, the effective nonlinearity remains
close to four up to fields of 4 V/nm (dash-dotted), before it
increases to a value above five and subsequently drops (near a
local maximum of the yield). At a work function of 5.5 eV, a
similar but more gradual slope variation is observed (dashed).
Virtually the same behavior is found also for higher work
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functions (and multiphoton orders), as evident from the curve
for W = 7.1 eV (solid), for which the dependency is simply
shifted up by the energy of one photon.

The affine nature of the curves for W = 5.5 eV (and the
four-photon process) and 7.1 eV (and the five-photon process)
suggests that the nonlinearity enhancement effect is related to
the field-dependent momentum, which is identical in these two
cases. A quantity directly connected to the momentum is the
reflection coefficient (cf. Fig. 2), so that one may presume
that surface reflection is responsible for the nonlinearity
enhancement. In order to investigate this hypothesis, we
perform computations in the perturbative approach because
(in contrast to the Floquet method) it allows for the selective
inclusion or exclusion of surface reflection. Figure 9(d) shows
the effective nonlinearity obtained from these computations,
both with (solid) and without (dashed) surface reflection.
Despite small deviations from the corresponding Floquet
calculations, it is apparent that the nonlinearity enhancement
is only pronounced in the presence of surface reflection.
In the absence of reflection, the effective nonlinearity stays
nearly constant at a value of 4, except for a singularity
very close to the channel closing, which is intrinsic to the
perturbative approach [cf. Eq. (17)]. The origin of this behavior
is found by plotting the field-dependent reflection coefficient
[Fig. 9(e)]. The reflection coefficient R™V R® (solid), which is
negative throughout the range, varies slowly at low fields, then
decreases in magnitude, before it approaches —1 at the channel
closing. The reduced surface reflectivity at fields of several
volts per nanometer, caused by elastic flip-flop transitions,
leads to an additional growth of the transition probability
with intensity, compared with the bare four-photon scaling,
and thus enhances the observed effective nonlinearity. For
comparison, also the bare reflection coefficient R excluding
elastic flip-flop transitions is plotted (dash-dotted), which
shows a monotonic behavior.

To reiterate, the effective nonlinearity of multiphoton
photoemission need not scale with the respective order,
even at field strengths where only the lowest-order channel
contributes to the emission. It should be noted that deviations
from the expected nonlinearity have been frequently observed
experimentally,'>’88! for example in the context of strong-
field photoemission from metal nanotips.'> To our knowledge,
such slope variations are still not fully understood. In some
cases, the effect was qualitatively explained by electron gas
heating in the metal.”®#? The calculations presented in Fig. 9
suggest field-dependent reflection as an alternative explanation
of the modified effective nonlinearity under certain conditions.

VIII. CONCLUSION

In this paper, we have theoretically treated multiphoton
and strong-field photoelectron emission from a metal surface.
Suitable analytical approximations and efficient numerical
schemes were developed, focusing on surface-specific aspects.
For example, in perturbation theory surface reflection was
incorporated via a new Green’s function, which describes
the photoemission final state as a linear combination of
Volkov states. To this end, an analytical approximation to
the reflection coefficient in the presence of large fields is
presented. We believe that the procedures and numerical

PHYSICAL REVIEW B 84, 195426 (2011)

evaluations should be readily applicable by others. The results
obtained within the perturbative and Floquet approximations
demonstrate very good agreement with more sophisticated
numerical computations within a Crank-Nicolson method.

The computations have shown that the employed variational
version of the Floquet method, being very effective at weak
fields, becomes less accurate in the strong-field regime,
because it requires the inclusion of many channels and
quadruple precision in the calculations. This observation
agrees with the results of Faisal et al.’** In contrast, both
the perturbative approach and the Crank-Nicolson scheme
presented here demonstrate very high efficiency in the weak-
field and strong-field regimes and in the transition region.

We have found that in the weak-field regime the effective
nonlinearity of (threshold) multiphoton processes may be sub-
stantially larger than the expected value in Fowler-DuBridge-
type generalizations, based on the ratio of work function and
photon energy. The behavior, which strongly depends on the
work function, is caused by surface reflection of the final
state. We believe that this finding provides an explanation for
frequently observed enhanced nonlinearities in experimental
multiphoton emission. Finally, the theory considered in this
paper also reproduces the experimentally found reduction of
the solid angle of photoemission with increasing field strength.

In the present discussion, we have not considered the image
potential in any of the treatments, in order to demonstrate the
good correspondence between various computational models.
In the Crank-Nicolson scheme, the image potential is easily
implemented, and this will be considered in the future. Also
the effects of field penetration into the metal may be included,
although nonlinear bulk absorption will be greatly suppressed
for metals with high reflectivity. Moreover, the presented
approaches also allow for the extraction of a number of
additional physical dependencies such as carrier envelope
effects, wavelength dependencies, and kinetic energy spectra.
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APPENDIX A: PROOF OF Egq. (7) FOR GSFA

One may simply substitute G54 from Eq. (7) in the
Schrodinger Equation (3) to verify that it is indeed a proper
solution at positive z,z’. Substituting and using Egs. (5), (8),
and (9) we obtain

9 1 SFA
<l§ + Ea—zz +Z€FCOSCUI>G

1
== Zexp[m(z,;’)]a[s(z,t) —s(Z.t)]. (A
neZ

Noting from Eq. (9) and Eq. (10) that

Qu(t,t") = zpa(t) — 2’ pa(t’) + (U, — E — nw)(t —t')
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1 t
-5 f pa(tydr, (A2)
;
and using the identity
1
> — explion(t - =38, —1), (A3)

nezZ

we obtain finally

1 . / s / /
7 2 SXPliQu(L)Bls(@.1) = 5@ = bz = b, = 1),
neZ
(A4)

APPENDIX B: NUMERICAL INTEGRATION OF
RAPIDLY OSCILLATING FUNCTIONS

Here we describe the numerical procedure used in the paper
for calculating the integral
1 2w
I = 2—/ 8(q)expliS(g)ldq. (B1)
T Jo
Let us assume that this integral contains a slowly varying
function g(g) and a rapidly oscillating one exp[iS(g)]. In
order to evaluate this integral, we first divide the interval of

integration into several smaller subintervals with the central
points g, and expand S(q) in a Taylor series:

S(q) = S(gm) + S'(gn)(q — gm)- (B2)
Using Eq. (B2) and the identity
Gnth in[S'(gm)h
/ eXPLiS (g )(q — gu)] = 250 ]
qm—h S (Qm)

we can approximately compute the integral, defined by
Eq. (B1), applying the N-point quadrature formula

sin[7 8" (g,)/N]

B4
78" (Gm) (B

N
I'="Y" g(gn)expliS(gm)]

m=1
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APPENDIX C: FORMULAS FOR MATRIX
ELEMENTS IN EQS. (48)

In the applications presented in this paper we solve Egs. (48)
numerically to evaluate the photoemission probability. Here,
we present formulas for the matrix elements in Eqgs. (48) in a
form suitable for numerical evaluation.

The matrix elements D), = D, 8,,, where D} =1+
s|k,|?>. The matrix elements A® are expressed in terms of

nm
Bessel functions of integer order as

Azm = im_n {SUp[JanrZ(a) + Jm7n72(a)]
seF .
- E(pm + pn)[Jm—rH-l(a) + Jm—n—l(a)]

+ (1 + 5Py P +2SUp)Jm—n(a)}a (ChH

where U, denotes the ponderomotive potential [Eq. (11)],
and

el N
a=—7(pn=py). (€2
The elements B}, are given by the formula
1 e . eF |
B =—-—— 1 — sk, | p, + —sing
2w 0 w
: ipreF i’ F?
x exp |i(n —m)q — cosq — sin2q |dgq.
? 8w?
(©3)

This integral can be numerically evaluated as was described
in Appendix B. Note in conclusion that the elements B;, can
be alternatively expressed also in terms of generalized Bessel
functions.
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