(7))
R
(7))
>
(TR
on
T O
O
| \—
50
0Q
R

Quantum efficiency of photoemission
from biased metal surfaces with laser
wavelengths from UVto NIR® ©

Cite as: J. Appl. Phys. 130, 064902 (2021); https://doi.org/10.1063/5.0059497
Submitted: 09 June 2021. Accepted: 24 July 2021. Published Online: 12 August 2021

'@' Yang Zhou, and '@' Peng Zhang

COLLECTIONS

G This paper was selected as Featured

@ This paper was selected as Scilight

AN

) S @

View Online Export Citation CrossMark

ARTICLES YOU MAY BE INTERESTED IN

Quantum model considers the effect of laser wavelength, intensity, and DC bias on
photoemission

Scilight 2021, 331106 (2021); https://doi.org/10.1063/10.0005951

Entanglement density and particle dynamics in rigid interfacial layers of polymer
nanocomposites

Journal of Applied Physics 130, 064701 (2021); https://doi.org/10.1063/5.0060139

New method of transport measurements on van der Waals heterostructures under pressure
Journal of Applied Physics 130, 064303 (2021); https://doi.org/10.1063/5.0058583

Challenge us.

What are your needs for
periodic signal detection? Q=)

N/ Zurich
Z N\ Instruments

J. Appl. Phys. 130, 064902 (2021); https://doi.org/10.1063/5.0059497 130, 064902

© 2021 Author(s).


https://images.scitation.org/redirect.spark?MID=176720&plid=1401535&setID=379065&channelID=0&CID=496959&banID=520310235&PID=0&textadID=0&tc=1&type=tclick&mt=1&hc=71bf76294ba1eff3502a31fdb96fd8874112c042&location=
https://doi.org/10.1063/5.0059497
https://aip.scitation.org/topic/collections/featured?SeriesKey=jap
https://aip.scitation.org/doi/10.1063/10.0005951
https://doi.org/10.1063/5.0059497
http://orcid.org/0000-0001-6972-4822
https://aip.scitation.org/author/Zhou%2C+Yang
http://orcid.org/0000-0003-0606-6855
https://aip.scitation.org/author/Zhang%2C+Peng
https://aip.scitation.org/topic/collections/featured?SeriesKey=jap
https://aip.scitation.org/topic/collections/scilight?SeriesKey=jap
https://doi.org/10.1063/5.0059497
https://aip.scitation.org/action/showCitFormats?type=show&doi=10.1063/5.0059497
http://crossmark.crossref.org/dialog/?doi=10.1063%2F5.0059497&domain=aip.scitation.org&date_stamp=2021-08-12
https://aip.scitation.org/doi/10.1063/10.0005951
https://aip.scitation.org/doi/10.1063/10.0005951
https://doi.org/10.1063/10.0005951
https://aip.scitation.org/doi/10.1063/5.0060139
https://aip.scitation.org/doi/10.1063/5.0060139
https://doi.org/10.1063/5.0060139
https://aip.scitation.org/doi/10.1063/5.0058583
https://doi.org/10.1063/5.0058583

Journal of
Applied Physics

ARTICLE scitation.org/journalljap

Quantum efficiency of photoemission from biased
metal surfaces with laser wavelengths from UV

toNIR ©® ©

Cite as: J. Appl. Phys. 130, 064902 (2021); doi: 10.1063/5.0059497

Submitted: 9 June 2021 - Accepted: 24 July 2021 -
Published Online: 12 August 2021

© th ®

View Online Export Citation CrossMark

Yang Zhou 2 and Peng Zhang®’

AFFILIATIONS

Department of Electrical and Computer Engineering, Michigan State University, East Lansing, Michigan 48824-1226, USA

2)Author to whom correspondence should be addressed: pzGegr.msu.edu

ABSTRACT

This paper studies photoelectron emission from metal surfaces with laser wavelengths from 200 to 1200 nm (i.e., ultraviolet to near-infrared),
using a recent quantum model based on the exact solution of time-dependent Schrodinger equation. The dominant electron emission mecha-
nism varies from different multiphoton emission processes to dc or optical field emission, depending on the laser intensity, wavelength, and dc
bias field. The parametric dependence of the quantum efficiency (QE) is analyzed in detail. It is found that QE can be increased nonlinearly by
the non-equilibrium electron heating produced by intense sub-picosecond laser pulses. This increase of QE due to laser heating is the strongest
near laser wavelengths where the cathode work function is an integer multiple of the corresponding laser photon energy. The quantum model,
with laser heating effects included, reproduces previous experimental results, which further validates our quantum model and the importance

of laser heating.

Published under an exclusive license by AIP Publishing. https://doi.org/10.1063/5.0059497

I. INTRODUCTION

Laser-induced photoemission is important to a variety of
advanced applications, such as photocathodes for free electron
lasers,' ™ bright x-ray sources,” ultrafast electron microscopy, ™
carrier-envelope detection,'”'" strong-field nano-optics,'”™'* and
novel nano-electronic devices.'” >’ Photoemission processes have
been studied extensively over a wide range of laser wavelengths,
both experimentally and theoretically. Single-photon photoemis-
sion process and the nonlinearity in strong laser intensity range
due to the laser heating effect have been observed in the ultraviolet
(UV) wavelength range for various metallic cathodes.”' > Laser of
wavelength around 800 nm has been widely used, and multiple
photoemission mechanisms, including multiphoton absorption,
above-threshold photoemission, photo-assisted field emission, and
optical field tunneling,”°** have been reported. With laser wave-
lengths from 1 to 1.5um, Park et al.”’ observed the narrowing of
the emission cone angle of the fastest electrons when laser intensity
increases, which is ascribed to field-induced steering of subcycle
electrons. Few-cycle mid-infrared (up to 8um) laser pulses are
applied to single plasmonic nanotips, and it is found that the
electrons can escape the local field within a fraction of an optical

half-cycle.” Single-cycle terahertz pulses have also been demon-
strated to have their capacity to control nanotip photoemission
electron dynamics.”

Classical models, such as the three-step model and the
Fowler-DuBridge model,”>***°"** mainly focus on single-photon
(or photon energy fiw > work function W, mostly in UV) photo-
emission. The Fowler-DuBridge model has also been extended to
include multiphoton emission and photo-thermionic emission
processes; ~~*” however, the multiphoton emission coefficients typi-
cally require empirical fitting, and the model’s validity is question-
able when applying to strong-field regimes.”® Yalunin et al.*’
theoretically treat photoemission from metal surfaces by perturba-
tion theory, the Floquet method, and the Crank-Nicolson numeri-
cal approach. Despite extensive studies on photoemission by lasers
of a wide wavelength range, there is still lack of systematic analysis
on the effects of laser wavelength on photoemission and the corre-
sponding quantum efficiency.

In this paper, we study the photoemission current density and
quantum efficiency over a wide range of laser wavelengths from
200 to 1200 nm, using a recent quantum model based on the exact
solution of time-dependent Schrédinger equation.”’ We examine
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the laser heating effects on photoemission by using the two-
temperature model (TTM),”"*” in which electrons and the lattice
are treated in separate thermal equilibrium and are characterized
by their own temperatures. TTM is found to be suitable for laser
pulses on a time scale of a few hundreds of femtoseconds to tens of
picosecond.”*»**° Our results show that the laser heating
induced electron redistribution can enhance photoemission
quantum efficiency, especially at laser wavelengths where the
ratio of work function of cathode to photon energy is close to
an integer.

Il. PHOTOEMISSION WITHOUT LASER HEATING
EFFECTS

A. Brief description of the quantum model

The quantum model of photoemission is constructed by
solving the time-dependent Schrédinger equation, which is applica-
ble to arbitrary laser electric fields (strength and wavelength),
cathode properties (any Fermi level and work function), and dc
electric field.”"”" The work has been extended to two-color laser-
induced photoemission”””""* and to few-cycle pulsed laser excita-
tion'" with excellent agreement with experiments. This quantum
model has been corroborated by comparing with classical models,
i.e, the three-step model and the Fowler-DuBridge model,”’ and
has been applied to plasmonic enhanced photoemission from
nanotips.sg

The one-dimensional (1D) quantum model considers electron
emission from a flat metal surface under the action of a laser elec-
tric field F; coswt and a dc electric field Fy. Both dc and laser fields
are assumed to be perpendicular to the metal surface, which has a
Fermi energy E, effective work function with the Schottky effect®’
of W = Wy — 2v/&3Fy/16xg,, where W, is the nominal work func-
tion, e is the (positive) elementary charge, and & is the free space
permittivity.

Based on the exact solution of time-dependent Schrodinger
equation subject to the oscillatory surface barrier due to the dc and
laser fields,”"” the time-averaged electron transmission probability
from energy level of € is obtained as

=9

D(g) = 3. wale), (1)

n=—00

where w,(€) denotes the electron transmission probability through
n-photon process, with n<0 representing multiphoton emission
process, n=0 direct tunneling process, and n>0 multiphoton
absorption process. The detailed expressions for w,(g) can be
found in Refs. 31 and 50.

The total emission current density is a sum of electron emis-
sion from all the electron initial energies & available inside the
cathode, which is given as

] = e[, D(e)N(e)de, )

where D(g) is given in Eq. (1), N(g) = ;";B; In [1 + exp (b;;}g)] is
the supply function with N(g)de representing the number of elec-
trons inside the cathode impinging normal to the cathode surface

ARTICLE scitation.org/journalljap

with longitudinal energy between € and € + de across unit area per
unit time, assuming Fermi-Dirac distribution of the electrons in
the metal,”>°'~%* kg is the Boltzmann constant, and T is the
temperature.

Following our previous work,” the quantum efficiency (QE)
of photoemission is defined as the ratio of the number of emitted
electrons to that of the incident photons,

_ Jle

where J is the emission current density given in Eq. (2) and
I = gycF?/2 is the incident (propagating parallel to the 1D surface),
linearly polarized laser intensity, with ¢ the light speed in the
vacuum.

B. Transmission probability

Figure 1 shows the time-averaged transmission probability
wy (e = Ep) through the nth channel (or n-photon process) under
various combinations of dc electric field Fy, laser electric field F,
and laser wavelength A (= 27¢/w). The metal is assumed to be gold
with Fermi energy of Ep = 5.53eV and work function of
Wy =5.1eV. Unless specified otherwise, these are the default
cathode properties in this study. The laser wavelengths are 200,
400, 800, and 1200 nm, corresponding to the photon energy of
6.20, 3.10, 1.55, and 1.03 eV, respectively. The laser fields F; for
lines in red, green, blue, and purple are 0.1, 1, 3, and 6 V/nm, cor-
responding to the local laser intensity of 1.33 x 10°, 1.33 x 10!},
1.20 x 10'2, and 4.79 x 102 W/cm?, respectively. The electron
initial longitudinal energy is assumed to be at the Fermi level, i.e.,
£ =Ep. It is obvious that the electron transmission probability
w(Er) increases when the laser field increases. For F; = 6 V/nm,
there is more contribution from the large values of nth channel
to the total transmission probability, especially for the cases of
A= 800 and 1200 nm. When Fy = 0, the dominant emission
process for A = 200, 400, 800, and 1200 nm are one-, two-, four-,
and five-photon absorption processes, respectively. This is consis-
tent with the integer value of (W/hiw + 1), with () denoting the
integer part of the expression. It is interesting to observe that the
dominant channel shifts from n =5 to n =6 for A = 1200 nm,
when F, increases to 3 and 6 V/nm [Fig. 1(d)] due to the channel
closing effect,”* where the to-be-liberated electrons have to over-
come not only the potential barrier but also the ponderomotive
energy U, = €’F}/4mw?* in the laser field”® such that the electron
drift kinetic energy E, = & + nhw — Er — W — U, is larger than
zero. A small dc field F; = 0.1 V/nm has little effect on the trans-
mission probability for A = 200 and 400 nm [Figs. 1(e) and 1(f)].
However, it shifts the dominant channel from n =4 to n = 3 for
A= 800nm when F; =0.1, 1, and 3 V/nm [Fig. 1(g)] and also
shifts the dominant channel from n = 6 to n = 5 for A = 1200 nm
when F; =3 and 6 V/nm [Fig. 1(h)]. This is due to the lowering
of the surface potential barrier by the dc electric field, therefore
lowering the number of photons required to overcome the
barrier. When Fy = 1V/nm, more nth channels of lower order
are opened up, and the dominant channel is further shifted to
smaller value of nth channels, especially for 4 = 400, 800, and
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FIG. 1. Electron transmission probability from initial longitudinal energy of Er through nth channel under various combinations of dc electric field Fy, laser field Fy, and
laser wavelength A. (a)—(d) Fo = 0 V/nm; (e)~(h) Fo = 0.1 Vinm; (i)~(I) Fo = 1 V/nm; and (m)—(p) Fp =5 V/nm. In each column, (a), (e), (i), and (m) 2 = 200 nm; (b),
(f), (j), and (n) A = 400 nm; (c), (g), (k), and (0) A =800 nm; and (d), (h), (I), and (p) A = 1200 nm. The laser fields F4 corresponding to lines in red, green, blue, and
purple are 0.1, 1, 3, and 6 V/nm, respectively. The metal is assumed to be gold with Er = 5.53 eV and Wy = 5.1 eV.

1200 nm [Figs. 1(j)-1(1)]. When Fy = 5V/nm, the dominant
emission process is direct field tunneling, i.e., through n =0,
regardless of the laser wavelength.

The electron transmission probability D(g) as a function of
electron longitudinal energy & and laser wavelength A, under
various combinations of dc electric field F, and laser field F;, is
shown in Fig. 2. When F, = 0, the three-dimensional (3D) surface
plot shows stair-like behavior as a function of £ for a given 4
[Figs. 2(a)-2(d)]. Each stair corresponds to n-photon absorption
process, with # increasing as & decreases, for a given 4. As F;
increases, the electron transmission probability increases and
more “stairs” clearly appear at the bottom right region, i.e., the
“smaller initial energy”-“longer laser wavelength” region. When
Fy = 1V/nm, the electron transmission probability is increased due
to the lowering of the surface potential barrier. The step edge

between “stairs” is not as steep as that with zero dc field but
becomes gradual [Figs. 2(e)-2(h)]. Dc electric field has a greater
enhancement on the emission induced by a longer wavelength
laser.”” This can be explained by the change of the dominant emis-
sion process, which shifts to smaller n-photon absorption process
due to the lowering of the surface potential barrier by the applied
dc field. From Figs. 1(a)-1(d), it can be observed that the
(n + 1)-photon absorption process has a probability orders of mag-
nitude lower than the n-photon absorption process for a given A.
When Fy = 5V/nm, the 3D surface plot of D(g) becomes smooth
[Figs. 2(i)-2(1)]. At each electron initial longitudinal energy &, D(g)
is almost constant for all different laser wavelengths, which implies
that the dominant emission process is due to the dc field tunneling,
consistent with Figs. 1(m)-1(p). In Figs. 2(i)-2(1), as the laser field
F, increases from 0.1 to 6 V/nm, D(g) increases and the stair shape
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FIG. 2. Electron transmission probability D(¢) as a function of electron initial energy & and laser wavelength A for various combinations of laser field £y and dc electric
field Fy. (@)~(d) Fo = 0V/nm; (e)—~(h) Fo =1 VInm; and (i)~() Fo =5 V/nm. In each column, (a), (e), and (i) F1 = 0.1 V/nm; (b), (), and (j) F1 =1 VInm; (c), (),

and (k) Fy = 3V/nm; and (d), (h), and (I) F =6 V/nm.

of the surface in the shorter wavelength range becomes more
obvious. The shape of the 3D surfaces is determined by the relative
strength of laser and dc electric fields.

Figure 3 shows the electron transmission probability
D(e = Ep) as a function of laser wavelength under various combi-
nations of dc and laser electric fields, which is the projection of
D(e) in the D — A plane with € = Ep in Fig. 2. When F; = 0, the
curves display distinct stair shape, though each step is not flat,
especially for A > 486nm, ie., n= Wy/hw > 2. For small Fi,
D(EF) has its maximum value at the step point in each step, corre-
sponding to an integer value of the ratio of Wy/hw. As the laser
field F, increases, D(Ep) is enhanced greatly, especially for
A > 486nm. This is because D(e = Eg) o< F?" in the n-photon
photoemission regime. Meanwhile, the step points shift to smaller
laser wavelength when F; gets larger, which is indicated by the
dashed arrow line in Fig. 3(a). This shift is due to the channel
closing effect, which is more pronounced for longer laser wave-
length. When there is a small dc electric field (Fp = 0.1 V/nm), the
“stair” becomes smoother. The step points shift to larger wave-
length (i.e., smaller photon energy) due to the lowering of the
surface potential barrier by the applied dc electric field. As F,
increases to 1 V/nm, the “stairs” still exist but the number of the

“stairs” decreases and the magnitude difference between them gets
smaller. When F; = 0.1 V/nm, there are two distinct “stairs”
observed. Most of the emission is due to photon-assisted tunneling
[cf. Figs. 1(k) and 1(1)] for relatively long laser wavelength. When
Fy = 5V/nm, the electron transmission probability becomes
almost independent of laser wavelength for F; = 0.1 V/nm.
The dashed curve is for dc field emission without laser electric
field with Fy = 5V/nm, which overlaps with the curve for
F, = 0.1V/nm. For F; > 1V/nm, the dominant emission process
is still direct tunneling, as shown in Figs. 1(m)-1(p). The laser elec-
tric field F; can modulate the emission process through photo-
assisted field emission and above-threshold photoemission. It can
be observed that, with a large dc field, D(EF) is larger in the rela-
tively longer laser wavelength range, as shown in Fig. 3(d).

C. Current density and quantum efficiency

The emission current density J, calculated from Eq. (2), as a
function of laser wavelength A, is presented in Fig. 4. It should be
pointed out that the laser heating effect is not considered here with
the temperature T in Eq. (2) set to 300 K. Figure 4 shares similar
trends as in Fig. 3 since the majority of emitted electrons originate
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FIG. 3. Electron transmission probability D(e = E¢) with initial energy of Er as a function of laser wavelength A for various combinations of dc electric field Fy and laser
field Fy. (@) Fo = 0; (b) Fo = 0.1V/nm; (c) Fo = 1V/nm; and (d) Fp = 5V/nm. The laser fields F; corresponding to solid lines in red, green, blue, purple, and the

dashed line in cyan are 0.1, 1, 3, 6, and 0 V/nm, respectively.

from the vicinity of the Fermi level.”**" However, the curves for
J vs A are smoother than those for D(¢ = Er) vs A due to the com-
bined emitted electrons with different initial longitudinal energies.
Including a dc field will make the step edge smoother and the step
point shift toward longer laser wavelength. When Fy, = 5V/nm,
the electron emission is increased by 1-21 orders of magnitude
compared with the case of no applied dc electric field for different
combinations of laser wavelength A and laser field F;. The domi-
nant emission process of field emission (n = 0) for Fy = 5V/nm
makes the emission current insensitive to the laser wavelength.
Figure 5 shows quantum efficiency (QE) as a function of laser
wavelength 4 and laser field strength F; under various dc field
strengths Fy, which is calculated from Eq. (3). It is obvious that the
curves for QE vs A share similar trends as those for J vs 4 in Fig. 4.
For Fy <1V/nm, QE is almost independent of F; for different
laser fields 0.1 V/nm < F; < 6V/nm in the smaller laser wave-
length regime (or W/hw < 1), which is indicated by the yellow
shaded area in Figs. 5(a)-5(c). This is because the dominant
single-photon photoemission in this regime follows JocI = F?2,
Therefore, the quantum efficiency is independent of the laser field
as QE oc J/I. Note the majority of existing studies on QE focus only
on this single-photon regime.”””**" For Wy/hiw > 1, the photo-
emission is due to n-photon process, which scales as JocI”

(n > 2), with n determined by rounding W/ho up to the nearest
integer number. As a result, QE o< I""!, and the quantum efficiency
increases greatly as F; increases. As dc field increases, QE is
enhanced and the step points are shifted toward longer laser wave-
lengths (i.e., smaller photon energy) due to the lowering of the
surface potential barrier by the dc field. As a result, increasing F,
from 0 to 1V/nm also extends the single-photon absorption
regime from ~250 to ~320 nm, where QE is independent of laser
field F;, as indicated by the yellow shaded area in Figs. 5(a)-5(c).
When Fy = 5 V/nm, QE can be larger than 1 due to the dominant
contribution of dc field emission.

lll. PHOTOEMISSION WITH LASER HEATING EFFECTS
A. Two-temperature model

It is known that electron energy distribution function (EEDF)
and its dynamic due to laser heating have strong influence on
photoelectron emission current and emission electron energy spec-
trum.”"**°%>>% Electrons can be excited to higher energy levels by
absorbing the laser energy. The excited electrons can come into
thermal equilibrium with other electrons by electron-electron scat-
terings and can transfer energy to the lattice by electron-phonon
scatterings. The microscopic kinetic approach, such as Boltzmann’s
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equation, can provide an accurate estimation of internal thermaliza-
tion process and electron and phonon energy distribution, espe-
cially for femtosecond laser pulses.””*>” However, the classical
two-temperature model (TTM) still works well for laser pulse of
~500 fs duration’"”>**~° but with much lower computational
complexity. We will use TTM to estimate the laser heating effects
in photoemission. In TTM,”"* electrons and lattice are considered
as two separate equilibrium subsystems, characterized by their own
temperatures T, and T,

T, (x, T.(x,
Cury 1D 8 LD o, 1yt G, a0

OTi(x, t) _

ot (4b)

C(T)

g(Te - TZ)-

the electron heat

(4),
2
=yT,/ {1 —|—4—70 (%) } with kg being the Boltzmann’s constant,
mn

y = 17*k}B(e = Ep) with B(e) = 87 (s V 2me, and 7 an effective
thermal mass term. When kT, < Ep, C.(T.) =~ yT,. The lattice

In Eq capacity  C,(T,)

2
heat capacity C)(T;) = 3Nkp/ [1+%(%’) ], where N is the

13 .
is the

Debye temperature, with v; the speed of sound inside the metal
and r the number of atoms per unit cell. When Tp < T, C; is a
constant. ¢ = %"kgk%mvf is the electron-lattice coupling coeffi-
cient, where kr is determined by the Fermi momentum
hkp = \/2mEp, Ay is a dimensionless electron-phonon coupling
constant, which is characteristic of the metal and on the order of
0.1-1. g(T, — T;) gives the amount of energy per unit volume per
unit time transferred between electron and lattice systems.
G(x, t) = I(t)Pgpsa exp(—ax) is the energy absorbed by the metal,
where I(t) is the laser intensity temporal profile, o = 47k/A is
the absorption coefficient with k the extinction coefficient, the laser
power absorption fraction is Py = 76,/A for the parallel-to-surface
incident laser,””””" with 1 the laser wavelength in the vacuum and
85 = /2/owu, the skin depth, o the conductivity of the metal, and
Uy the vacuum permeability, or P, = 1 — R for the incident laser
tilted to the metal surface, with R the reflectivity of the laser at the
metal surface. k¥ = %Ce(Te)T is the thermal conductivity, with ¢
the electron scattering time and m the electron rest mass.

According to Matthiessen’s rule, 1 = Z)Lkg%
B " e

number density of the atoms in metal, Tp = %‘(671'2Nr)

_ 1 1 .
=+ Ea with 7,_,
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i
2wkl
phonon scattering times, respectively, and A, a dimensionless,
material-specific quantity.

and 7, pp % being the electron-electron and electron-

B. Electron temperature T,

The time-dependent evolution of the electron temperature in
response to an incident laser pulse with full width at half maximum
(FWHM) tpwpym = 450 fs under various laser wavelengths and field
strengths is shown in Figs. 6(a) and 6(b). In Fig. 6(a), the laser field
strength is kept constant as F; = 1V/nm for laser wavelengths
ranging from 200 to 1200 nm. The maximum of the electron tem-
perature lags behind that of the incident laser intensity (dotted
curve), which is centered at ¢ = 0. It is interesting to find that as the
laser wavelength decreases, the time delay between the maximum of
the temperature and that of the laser intensity increases, and the
temperature gets larger, which is due to larger laser energy absorp-
tion G ~ k/A*? inside the metal for parallel incidence [extinction
coefficient k vs A shown in Fig. 6(c)]. For a fixed laser wavelength
(A = 800 nm), the electron temperature increases with the laser field
strengths, as shown in Fig. 6(b). In addition, the time delay between
the maximum of the electron temperature and that of the laser

intensity increases. The electron temperature at t = 0, which corre-
sponds to the peak of the laser intensity, and the peak electron tem-
perature TP%X, as a function of laser wavelength are shown in Fig. 6
(d) for F; = 1V/nm. The temperature decreases with the laser wave-
length, which is due to less absorption of the laser energy as laser
wavelength increases. The obtained electron temperature T, is then
used in Eq. (2) by setting T = T, to calculate the photoemission
current density.

C. Current density and quantum efficiency with laser
heating

A comparison of photoemission with laser heating effects (red
curves) and without laser heating effects (blue curves, with
T =T, = 300K) is shown in Fig. 7. The results are taken at t=0,
which corresponds to the laser intensity peak [cf. the dotted curve
in Fig. 6(a)]. The peak laser field strength is taken to be 1 V/nm.
The electron emission current density per electron initial energy,
calculated as J(e) = eD(e)N(e) from Eq. (2), extends to energy
levels above the Fermi level as the laser heating effect is considered,
as shown in Fig. 7(a) for A =200, 600, and 1000 nm. This is
because more electrons are excited to energy levels above the Fermi
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level by absorbing the laser energy. The electron emission from
initial energy levels above the Fermi energy accounts for 7.84%,
6.85%, and 91.1% of the total emission for A = 200, 600, and
1000 nm, respectively, with laser heating effects, compared to
0.13%, 0.015%, and 0.73% without laser heating. Figure 7(b) shows
the emission current density as a function of the laser wavelength.
The steep step point, which is the transition point between different
n-photon processes, becomes smooth. This is because more elec-
trons above the Fermi level can be emitted through smaller
n-photon process, which has an emission probability orders of
magnitude higher than larger n-photon process [see Figs. 1(a)-1(d)
and its description in Sec. II B above]. The difference between the
red and blues curves shows that the laser heating effect has a
greater impact on longer wavelength laser-induced photoemission.
The quantum efficiency as a function of laser wavelength is shown
in Fig. 7(c), showing the same trend as J vs A in Fig. 7(b).
In summary, the increase of QE due to laser heating is the strongest
near the step points (i.e., Wy/hw = integer) and is more profound
for longer laser wavelengths.

D. Comparison with experimental results

We demonstrate the validity of the above quantum model
with laser heating by comparing it with experimental results in
Ref. 21. In the experiment, a laser pulse of 450fs duration at
248 nm is used. The metal is copper with Fermi energy Er = 7eV
and work function Wy = 4.6 eV. The emission current density per

pulse based on our quantum model’"*’ is given as
1 00
= | o )
TFWHM J —o0

where J(t) is the emission current density at ¢ calculated from
Egs. (1) and (2) and tpwpym is the full-width-half-maximum of the
intensity of the laser pulse. Note that though Eq. (1) is the time-
averaged transmission probability for continuous wave laser excita-
tion, it is found to be an excellent approximation for laser pulses of
longer than ten cycles.”’ Thus, it is expected to be applicable for
laser pulses of 450 fs (~544 laser cycles) at 248 nm considered here.
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The temporal profile of the emission current density is shown in
Fig. 8(a). As the laser intensity increases, the emission current
density increases, and the current density peak lags behind the
laser intensity peak. This is due to the delay between the tempera-
ture peak and the laser intensity peak, as shown in Figs. 6(a) and
6(b), which has also been observed in Ref. 73. The calculated
current density by the quantum model from Eq. (5) is shown as
red curve in Fig. 8(b), which is in good agreement with the experi-
mental measured current density shown as blue scatter points in
Fig. 8(b). The small difference can be ascribed to the different
settings of the experiment and our quantum model. In the experi-
ment, the laser field is incident onto the metal surface with
an angle of 80° to the normal. However, in our model, the
laser field is perpendicular to metal surface (i.e., parallel inci-
dence). For n-photon absorption process, the emission current
density J oc (F cos 0)*" with 6 being the angle between field
polarization and the normal of the cathode surface.”” Therefore,
our model slightly overestimates the photoemission. The
quantum efficiency is plotted in Fig. 8(c). To be consistent with
the current density Eq. (5), the laser intensity I in Eq. (3) is cal-
culated by I = ffcm I(t)dt/tpwhy in order to calculate QE. It is
clear that QE increases with the laser intensity instead of being cons-
tant as shown in Figs. 5(a)-5(c) at 248 nm, which is ascribed to the
laser heating induced electron redistribution.

IV. CONCLUSION

In summary, we have analyzed photoemission from metal sur-
faces with the laser wavelength from 200 to 1200 nm (ie., UV to
NIR), based on an analytical quantum model by solving the time-
dependent Schrodinger equation. The photoemission mechanisms
vary from multiphoton absorption to dc or optical field emission,
depending on the laser wavelength and intensity, and dc electric
field. When Fy < 0.1 V/nm, which is much smaller than the typical
dc field used in static field emission, the emission current density
and quantum efficiency (QE) are characterized by different n-photon
absorption processes. Channel closing effects and more above-
threshold photoemission (n > W/hw) are observed as the laser field
increases, especially for longer wavelengths. It is found that QE in
the short wavelength regime (or single-photon regime, n=1) is
insensitive to the laser field strength for Fy <1 V/nm. When
Fy = 5V/nm, the static field emission (n=0) becomes dominant,
regardless of the laser wavelength (200 nm < A < 1200nm) and the
laser field strength (0.1 V/nm < F; < 6 V/nm).

Laser heating induced electron dynamics is considered by
using two-temperature model (TTM), which is applicable for sub-
picosecond laser pulses. The electron temperature rise shows a
strong dependence on the laser wavelength. It is found that QE
increases nonlinearly with the laser intensity for sub-picosecond
laser pulses. The increase is the strongest near wavelengths where
the work function of the metal is integer multiple of the corre-
sponding photon energy. The quantum model with the laser
heating included also reproduce previous experimental results,
which further validates our quantum model and the importance of
laser heating.

The quantum model is one dimensional without considering
the cathode geometry, surface roughness, and the field enhancement.

ARTICLE scitation.org/journalljap

It is expected to be valid for cathodes of various shapes by consider-
ing the corresponding local field enhancement and local surface con-
ditions.””””> While our model is derived for continuous wave
excitation, it is still a good approximation to laser pulses of longer
than ten cycles.” As the laser pulse duration further decreases, a
model for few-cycle pulsed laser-induced photoemission is
demanded.'’ In that case, TTM may fail due to the thermal non-
equilibrium in both the electron and lattice systems. The microscopic
kinetic theory, such as Boltzmann’s equation,””®’ needs to be used.
The consistent treatment of the dynamic electron energy distribution
function and electron emission, induced by a laser pulse of a few to a
hundred femtoseconds, will be the subject of future study.
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