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Semiconductorlike photocarrier dynamics in Dirac-semimetal Cd;As; films probed
with transient terahertz spectroscopy
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The topological three-dimensional Dirac semimetal Cd;As, has drawn great attention for the novel physics
and promising applications in optoelectronic devices operating in the infrared and terahertz (THz) regimes.
Among the extensive studies in the past decades, one intriguing debate is the underlined mechanism govern-
ing the nonequilibrium carrier dynamics following photoexcitation. In this study, the temperature-dependent
photocarrier dynamics in Cds;As, film has been investigated with time-resolved terahertz spectroscopy. The
experimental results demonstrate that photoexcitation results in abrupt increase in THz photoconductivity, and
the subsequent relaxation shows a single exponential relaxation for various temperatures and pump fluences. The
relaxation time increases from 4.7 ps at 5 K to 7.5 ps at 220 K, while the lifetime remains almost constant at
~17.5 ps with temperature above 220 K. A Rothwarf-Taylor model was employed to fit the temperature-dependent
relaxation time, and a narrow energy gap of ~35 4 6 meV is obtained, which occurs around the Dirac node. Our
THz spectroscopy results demonstrate that the photocarrier relaxation in Cd;As, shows a semiconductorlike
behavior, rather than hot-carrier scatterings in graphene and most of metals.
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I. INTRODUCTION

Three-dimensional (3D) Dirac semimetals (DSMs), with
their gapless feature and linear energy dispersion in the
energy-momentum diagram, have attracted enormous inter-
est as a new family of topological quantum materials [1-5].
Owing to the massless Fermion energy dispersion, DSMs
usually have high carrier mobility and a tunable chemical
potential, resulting in potential applications in electronics and
optoelectronics [6—10]. Conventionally, DSMs have a large
absorption coefficient and ultrafast response in the infrared
and terahertz (THz) region [11-13], and thus show appealing
application in designing the advanced optoelectronic devices
for far-infrared radiation. As a member of 3D DSMs, Cd;As,
has been paid considerable attention due to its high stabil-
ity and large linear energy-momentum space. In the past
decades, massive studies have been carried out for explor-
ing the equilibrium transportation in Cd3As,, which revealed
that the DSM Cd;As, shows high carrier mobility [14—16],
large magnetoresistance [17-19], magneto-optical response
[20], and the nonlinear optical response in the THz regime
[21,22], To gain more practical applications, understanding
the nonequilibrium carrier dynamics in Cd3As, is important
for developing high-speed and broadband photodetectors or
modulators benefiting from its high carrier mobility and coni-
cal Dirac bands [23,24].

Although many studies have been carried out on the
photocarrier dynamics in Cd3As, through various probe meth-
ods, such as photocurrent [23], transient infrared reflection
[25-28], transient THz spectroscopy [29-32], time-resolved
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angle-resolved photoemission spectroscopy [33], and high
harmonic generation [34], the underlined mechanism gov-
erning the photocarrier dynamics of CdsAs; is still under
debate. In general, two different models are proposed to
discuss the photocarrier dynamics in Cd3As; with photoex-
citation depending on the intra- and interband scattering
rate [35]. If the interband scattering is faster than that of
intraband scattering, the resultant quasiequilibrium can be
described by a Fermi-Dirac distribution. Carrier-phonon cou-
pling leads to the cooling of hot carriers, and photocarrier
dynamics can be interpreted with the two-temperature model
(TTM) [27,29,36]; this model has been widely accounted
for the photocarrier dynamics in metals [36-38]. On the
other hand, if the intraband scattering is much faster than
that of interband scattering/recombination, the photoexcited
electrons and holes could establish the separated Fermi dis-
tribution with electrons in conduction band and holes in
valence band, respectively [32], especially when high sym-
metry of the ideal system is broken, and a band gap opens
at the Dirac point [26]. This picture is similar to semicon-
ductor materials, in which the Rothwarf-Taylor (RT) model is
applicable [35].

Terahertz radiation has very low photon energy of a few
meV, which makes the THz spectroscopy a sensitive tool
for measuring the conductivity change of the free carrier; it
is especially useful to probe the ultrafast photoconductivity
(PC) around the Fermi surface of materials. In this work,
we utilize the time-resolved THz spectroscopy to investigate
photocarrier dynamics of a 50-nm CdsAs, film with vari-
ous pump fluence and temperature. Our experimental results
demonstrate that an optical pump of 780 nm leads to the
sharp increase in THz-positive PC in Cd3As, film; the sub-
sequent relaxation of PC follows a single exponential decay.
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Interestingly, the decaying time t of PC shows a complex tem-
perature dependence, which increases from 4.7 psat 5 Kto 7.5
ps at 220 K, while the magnitude of t remains almost constant
when the temperature is above 220 K. Additionally, it is also
noted that the pump-fluence dependence of the decaying time
T varies greatly at different temperatures, in which t increases
with pump fluence at low temperature, while it remains con-
stant at room temperature. Meanwhile, the THz PC dispersion
obtained at various temperatures, pump fluences, and delay
times can be well fitted with the Drude model. These THz
experimental results reveal that the increase in THz PC af-
ter photoexcitation mainly arises from the increase in carrier
population, and the subsequent relaxation is dominated by
the electron-hole (e-h) recombination, which suggests that
photocarrier dynamics in Cd3As, shows a semiconductorlike
behavior, and the RT model is employed to fit the temperature-
dependent THz relaxation time. The fitting results indicate
that a narrow band gap with magnitude of 35 + 6 meV
exists at the Dirac points for the 50-nm CdzAs; thin film. The
coexistence of the high-frequency phonons (HFPs) generation
and e-h recombination results in a phonon bottleneck effect,
which slows down the photocarrier dynamics at high tem-
perature. Our THz spectroscopy results demonstrate that the
photocarrier relaxation in Cd;As, shows a semiconductorlike
behavior, rather than hot-carrier scatterings in graphene and
most metals.

II. METHODS

Optical pump and terahertz probe (OPTP) experiments
in the transmission configuration were performed to ex-
plore the dynamics of photocarriers in CdzAs; thin film.
The optical pulses are delivered from a Ti:sapphire amplifier
with 120-femtoseconds (fs) duration at central wavelength of
780 nm (1.59 eV) and a repetition rate of 1 kHz. The THz
emitter and detector are based on a pair of (110)-oriented
ZnTe crystals. The optical pump and THz probe pulse are
collinearly polarized with a spot size of 6.5 and 2.0 mm on
the surface of sample, respectively. All measurements were
conducted in a dry nitrogen atmosphere, and the samples
were placed in a cryostat with temperature varying from 5 to
300 K.

III. EXPERIMENTAL RESUTLS

The high-quality Cd;As; film was grown via a molecular-
beam epitaxy system on sapphire substrate. Before growing
the Cd3As; film, a 10-nm-thick CdTe buffer layer was de-
posited to assist the Cds;As, nucleation. The Cd;As, film
was grown epitaxially onto the buffer layer at 100° C,
and the thickness is approximately 50 nm. The Fermi level
of the intrinsic film is about 210 meV [32]. Figure 1(a)
shows the x-ray-diffraction pattern of the Cd;As, film. The
sharp diffraction peak located around 20 = 24.3° is indexed
as (224) [39]. A shoulder peak at the left side of (224) is
contributed by the (111) index of buffer layer CdTe. It is
clear that the full width at half maximum of the (224) peak is
less than 0.18°, verifying the high crystallinity of the Cd;As;
thin film. Figure 1(b) shows the temperature-dependent carrier
density measured by the Hall effect. It is seen that the carrier

concentration increases slightly from n ~ 9.95 x 10'7 ¢m~3

at 5 K to 1.07 x 10'® cm~ at room temperature. The Raman
scattering under 532-nm excitation along with Gaussian fit-
ting are shown in Fig. 1(c); four pronounced peaks located
around 62.2 (Big), 139.5 (A1), 174.3 (By,), and 194.5 cm™!
(B)g) are consistent with the previous reports in the literature
[40,41], suggesting centrosymmetric structure for our 50-nm-
thick CdzAs, film.

Figure 1(d) shows the transmitted THz waveform through
the film without pump (blue) and differential transmitted THz
waveform with pump beam at Ar = 0 ps (red), respectively.
The photoinduced change in the THz electric field is ex-
pressed as AE(t, At) = E(t, At) — E¢(t), where E(t, At)
and E.¢(t) are the time-domain THz waveform at Ar with
and without pump, respectively, and ¢ is the electro-optical
sampling delay time for the distinction from the pump-probe
delay time Ar. It is clear that THz-transmitted waveforms
collected at At = 0 ps show out of phase with that of E.¢(?),
indicating the pump pulse induced the reduction of the THz
transmission (increase of THz PC). By varying the delay time
between the 780-nm optical- and the THz pulses, the tran-
sient THz transmission can be mapped out through measuring
the photoinduced peak absorption. The inset of Fig. 1(d)
plots the THz peak modulation M = |[(T (At = 0) — Tp)/To|
with respect to pump fluence at room temperature, in which
T(At =0) and Ty stand for the THz peak transmission at
zero delay time with pump and without pump, respectively.
The THz peak transmission shows linear dependence of pump
fluence in both low- and high-pump fluence regimes: in a
low-fluence regime of F < 25 uJ/cm?, the THz modulation
depth is less than 15% with a linear slope of 2.46mJ~!,
while in a high-fluence regime of F > 0.1 mJ/cm? regime,
the THz modulation depth is higher than 50% with slope
of 0.16mJ~!. Transient THz PC response under high pump
fluence (F > 0.1 mJ/cm?) had been studied in our previous
work [32]. Here, we mainly focused our study on the low
pump-fluence regime with F < 25 uJ /em?.

Figures 2(a) and 2(c) show the transient THz transmission,
AT /Ty, at 5 K with three selective pump fluences of 6.25,
18.75, and 25 uJ/cm? [Fig. 2(a)] as well as AT /T, with
fixed pump fluence of 18.75 uJ/cm? for three selective tem-
peratures of 20, 140, and 300 K [Fig. 2(c)]. The small kink
appearing around 17 ps in Figs. 2(a) and 2(c) comes from
secondary reflection of optical pulse on the 1-mm ZnTe, the
THz emitter, which is negligible during exponential fitting. It
is clear that the photoexcitation leads to the abrupt decrease in
THz transmission, indicating the increase in THz photocon-
ductivity for all measured temperatures and pump fluences.
The transient THz trace can be well reproduced with single
exponential function,

AT 2 t
) =A- T -erfc(—w - —) +B, (1)
T() T 2w

in which 7, A, and B are the decay lifetime, amplitude, and
offset, respectively; 2w = 0.4 ps is the THz pulse width, and
efrc (1) = 1 — erf (t) is a complementary error function. The
best fittings are also presented with solid lines. The positive
THz PC following photoexcitation suggests that the increase
in the Drude weight is larger than the increase in scattering
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FIG. 1. (a) X-ray diffraction patterns of Cd;As, film; the peak around 26 = 24.3° corresponds to (224) diffraction. Inset illustrates the
crystal structure of Cd;As, along (112) plane. (b) Temperature-dependent carrier density and mobility of the 50-nm Cd;As; film. (c) Raman
spectroscopy of CdsAs, film along with Gaussian fittings. (d) THz waveform transmission of the sample without pump (blue) and THz
differential waveform with pump fluence of 18.75 uJ/cm? at delay time At = 0 ps (red), respectively. Inset shows the THz modulation with

respect to pump fluence at room temperature.

rate with photoexcitation. The increase in Drude weight could
be contributed by the elevated electron temperature and/or
increase in carrier population. Due to the constraint of linear
dispersion band structure in Cd;As, semimetal, it could be
possible that the increase in Drude weight is larger than that in
the scattering rate at elevated electron temperature caused by
optical injection [42,43], so that the free carriers’ absorption
of THz radiation is enhanced by hot electrons due to the in-
traband transition undergoing larger possible momentum- and
energy-conservation spaces. Considering very large electron
capacity (y, ~ 70J K2 m~3)in Cd;As; [33,35], the increase
in THz PC due to the elevated electron temperature is calcu-
lated to be less than 1% under pump fluence of 25 uJ/cm?,
as shown in Sec. 1 of Supplemental Material [44]. While the
increase in THz PC is above 10%, which can be seen clearly
from Figs. 2(a) and 2(c), therefore it is reasonable to assign
the positive THz PC observed in Figs. 2(a) and 2(c) to the
increase of carrier population following photoexcitation.

In order to further verify the THz PC is contributed by
the increase of photocarrier density (AN) rather than increase
in carrier temperature, we have also measured the PC at dif-
ferent pump fluence, delay time, and temperatures, and the
experimental results are displayed in Figs. 2(b), 2(d), 2(e), and
2(f), respectively. For the 50-nm film of Cd3As;, the Tinkham
equation is applicable, in which transient THz transmission,

time-dependent AT /Tj can be transformed into complex PC
in frequency region. According to the thin-film approxima-
tion, the real (Ao;) and imaginary (Aog;) PC is given by

[32,45]
1
Ao, = (cosd) 3 1) —i—nsub, (22)
E Zy
Ao, = — (1 + ngyp) sin @ 7 (2b)
EZy

where E is the amplitude ratio of the Fourier-transformed
THz signal for unexcited sample and excited sample, and ¢
is the phase difference of these two; ng,, and Z; are refractive
index of substrate with ng, = 3 and free-space impedance
with Zy =~ 377 2, respectively. Figures 2(b) and 2(d) present
the real and imaginary PC dispersion measured at 5 K with
various pump fluences [Fig. 2(b)], and different temperature
with fixed fluence of 18.75 uJ /cm2 [Fig. 2(d)]; both of them
are measured at delay time of 1 ps. The solid lines are the best
fitting with the Drude model:
80w12;fk Aoy,

A6 = — = —, 3)
1 —iwTt 1 —iwt

in which &y, w), and 7 are the vacuum permittivity, plasma
frequency, and scattering time, respectively. It is clear from
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FIG. 2. (a) Transient THz transmission under pump fluence of 6.25, 18.75, and 25 uJ/cm? at 5 K along with single exponential fitting
(solid lines), (b) corresponding PC dispersion measured at delay time At = 0 in (a), with the solid lines of Drude model fitting. (c) Transient
THz transmission at temperature of 20, 140, and 300 K under pump fluence of 18.75 uJ/cm?, along with single exponential fitting (solid
lines), (d) corresponding PC dispersion obtained at delay time Az = 0 in (c), with the solid lines of Drude model fitting. (e) Fitting carrier
concentration change (AN) with respect to pump fluence and delay time at 5 K. (f) Fitting carrier concentration change (AN) with respect to
temperature obtained at delay time of 1 ps and pump fluence of 18.75 uJ/cm?.

Figs. 2(b) and 2(d) that the fitting curves with the Drude
model deviate from the experimental data, and the devia-
tions become more pronounced at lower temperature. This
departure is mainly due to the existence of optical phonon
mode around 0.6 THz for Cds;As, that has been reported
in previous study [31]. Figure 2(e) presents the photocarrier

density AN = wf’:f % with respect to pump fluence (blue) and
delay time (orange), respectively. It is seen that AN increases
with pump fluence and decreases with delay time, indicating
photoexcitation does increase the carrier population, and the
decay of photocarrier occurs via depopulation of carriers,
probable via e-h recombination instead of hot carrier cooling.
In addition, Fig. 2(f) presents the photocarrier density with
respect to temperature; it is clearly seen that the photocar-
rier density almost does not change with temperature. The
fitting-momentum scattering time, 1, with respect to pump
fluence, delay time, and temperature, is given in Sec. 2 of
Supplemental Material [44], which shows good agreement
with the prediction that photoexcitation induced the increase
of carrier population.

IV. DISCUSSIONS

In Ref. [30], the authors ascribed the positive THz PC in
Cd3As; film to the elevated temperature of carriers around the

Fermi surface following optical excitation, and the subsequent
relaxation was interpreted as the electrons’ cooling process,
in which TTM was applied to model the relaxation process.
Our THz experimental data along with Drude fitting presented
in Fig. 2 demonstrated that an increase of carrier population
plays a dominate role in the positive THz PC, while the hot-
carrier contribution is one order of magnitude less than that of
the increase in carrier population. We propose that photoex-
citation of Cd3As; film results in the increase in both carrier
temperature and carrier density, but the latter plays a more
pronounced role in the positive THz PC; as a result, the pho-
toresponse of Cd3As; film shows semiconductorlike behavior.
After photoexcitation, subsequent relaxation in Cd3As; film
behaves with both temperature- and pump-fluence depen-
dence, which can be well reproduced with single exponential
decay function. The relaxation process is then proposed to
be dominated by the photocarrier depopulation via e-h re-
combination in Cd3As, following optical excitation. In the
following part, we will discuss the possible originality of the
photocarrier relaxation in CdsAs, film. Figure 3(a) presents
the fitting-time constants versus pump fluence at 5 and 300
K, respectively. It is obvious that at low temperature of 5 K,
the decay time slows down from 4.7 to 6.1 ps as the pump
fluence increases from 6.25 to 25 1J/cm?, while this change
was not observed at room temperature, in which the life-
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FIG. 3. (a) Relaxation time 7 obtained from single exponential fitting [Eq. (1)] with respect to pump fluence at 5 K (orange dots) and 300 K
(blue dots). (b) |AT /Ty|,= O of the transient THz signal with different pump fluence at 5 K and room temperature. (c) Temperature-dependent
relaxation time 7 (purple dots); red line is the fitting curve with RT model. (d) Temperature-dependent amplitude A (blue dots); red line is the
fitting curve with RT model. (e) Thermally populated carrier density per unit cell ny vs temperature calculated by RT model.

time remains 7.5 ps with various pump fluences. Figure 3(b)
presents the fitting lifetime with respect to temperatures under
pump fluence of 18.75 wJ/cm?. Interestingly, it is noted that
when the temperature is lower than 220 K, the relaxation time
increases with temperature under identical pump fluence, and
the relaxation time remains unchanged when the temperature
is higher than 220 K.

The pump-fluence dependence at room temperature
[Fig. 3(a)] and temperature dependence of relaxation time
[Fig. 3(c)] for our CdsAs; thin film cannot be interpreted
with the TTM. According to the TTM, the electron-electron
(e-e) thermalization is much faster than electron-phonon
(e-ph) thermalization after photoexcitation, and the electrons
with the elevated temperature transfer the excess energy to
lattice via e-ph coupling until the two subsystems reach a
balanced temperature. Therefore, the hot carrier relaxation
time is expected to be longer as the pump fluence increases,
which cannot interpret our experimental finding in Fig. 3(a).
It should be noted that Fig. 3(b) shows the |AT /Ty~ in-
crease with the pump fluence, while the relaxation lifetime
remains constant at room temperature, which suggests that
the fluence we use is not saturated. Furthermore, the carrier
lifetime remaining unchanged for temperature above 220 K is
also beyond the TTM. It is noted that the e-ph coupling time is

conventionally less than 2 ps in most metal and semimetal ma-
terials, which is threefold faster than the relaxation time in our
Cd;As; film. This anomalous pump fluence and temperature
dependence of relaxation time in the Cds;As; film suggests
a different underlying mechanism dominates the photocarrier
relaxation. It is noted that Cd;As, will undergo semimetal to
semiconductor transition with decreasing the film thickness
[46], and gap opening in a Cd3 As, thin film has been predicted
theoretically [1] and verified experimentally [47]. Our previ-
ous study also indicated the semiconductorlike character for
the photocarrier relaxation in Cd;As, films [32]. Therefore,
it is reasonable to assume that our 50-nm thick film is thin
enough to open a narrow gap at the Dirac point, which will
have a profound effect on the photocarrier dynamics following
optical excitation. It has been demonstrated that the RT model
is applicable to analyze the nonequilibrium carrier dynamics
in narrow-gap structure, such as superconductor gap [48,49],
charge-density wave gap [50], as well as collective hybridiza-
tion [51].

Here, we employ the RT model to fit the temperature-
dependent relaxation time. The RT model was originally
proposed to address the ultrafast relaxation mechanism in
superconductivity [52]. Later, it was shown to be suitable
for a variety of materials with gap openings in the density
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of states [53,54]. In these systems, photoexcitation produces
large numbers of quasiparticles (QPs) that decay towards an
initial equilibrium state through e-e or e-ph interactions. In the
RT model, the formation of an energy gap would introduce a
phonon bottleneck effect, which would significantly impede
the relaxation of QPs. The source of the phonon bottleneck
effect is that HFPs are generated when QPs recombine across
the energy gap, which may in turn induce the excitation of a
large number of QPs, thereby prolonging the relaxation time
of the entire system. Based on this model, the density of
thermally activated QPs ny can be obtained via the amplitude

A(T) [55,56],
_ A0
= 4R[A(T) 1}’ @)

where 7 is the e-h pair regeneration rate due to annihilation
of HFPs, R is the recombination rate of e-h pairs, A(T) is
the temperature-dependent decay amplitude of the QPs’ dy-
namics, which we obtained by the single exponential fitting
of transient THz transmission. The value of A(0) = 0.068 is
determined by extrapolating the A(T") curve from 7 > 100K
to room temperature [Fig. 3(d), solid line]. The blue dots
in Fig. 3(d) are the fitting parameter A(7") with respect to
temperature. Moreover, in the RT model, the decay rate of
pump-probe dynamics could be described as [57]

! =T + 1)~ + 2071, 5)

_ 2Ry ;
where ' = PEIFIE R and n are defined above, and y is the

decay rate of HFPs. The coefficient I relates the QPs’ density
and the constant ¢ relates the photoexcited carrier density to
the decay rate; both of them are independent of temperature.
nr is given by the RT model, which takes a general form
[52,55]:

A
ny o« T%° exp (— % T)’ (6)
B

where A is the gap energy. By fitting the temperature-
dependent decay time [Fig. 3(c)] and amplitude [Fig. 3(d)]
simultaneously with the equations above, we obtain the
temperature-dependent ny as shown in Fig. 3(e), and the gap
energy of A = 35 4 6 meV, which is consistent with the band-
gap width induced by symmetry breaking such as doping [20],
reducing the dimension [47], or introducing Cd as antisite
defects [58]. The deviations at temperature lower than 100 K
in Figs. 3(c) and 3(d) may be related to the large increase in
mobility at low temperature. The red solid lines in Figs. 3(b),
3(c) and 3(d) present the best fitting of temperature-dependent
A, 1, and ny with the RT model. It is clear that the RT model
can fit the experimental data well.

According to the RT model, the increase in temperature
results in more HFPs being excited, which slows down the
decay process, as we see in Fig. 3(c), with temperature below
220 K. The increase in temperature also produces more ther-
mal carriers nr, leading to the increases of e-e scattering
rate, and the e-h recombination rate could be accelerated as-
sisted by hot carriers; as a result, the temperature-dependent
relaxation time is the balanced results between hot-carrier
promoted e-h recombination and HFP bottle effect. Taking
both the reflection and transmission of the film into account,

the absorbed photon density is ~1.2 x 10'7 cm™ at 18.75
wuJ/cm?, and the photocarrier density reaches about 10% of
the carrier density in equilibrium state. Therefore, the pump-
fluence dependent decay time at room temperature hardly
changes with the pump fluence, as illustrated with blue dots
in Fig. 3(a), where the slight decrease with pump fluence is
due to the increase in hot-carrier assisted e-h recombination
rate. In contrast, the decay time is seen to increase with pump
fluence at 5 K as shown in Fig. 3(a), which is believed to be
caused by elevated temperature of the film with photoexcita-
tion. According to the analysis above, photocarrier dynamics
in Cd3As, thin film conforms to the RT model, which reveals
that the Drude weight increases much more than the scatter-
ing rate after photoexcitation, resulting in the reduction of
THz transmission. On the other hand, the HFPs are generated
across the narrow gap caused by the low dimensionality of
CdsAs, film, which can reexcite the recombined carriers,
thus contributing a bottleneck effect to the recombination
process.

Based on the above analysis, time evolution of the photo-
carrier is illustrated in Fig. 4. After photoexcitation, electrons
are photoexcited into the conduction band well above Fermi
level, and holes are left far below the Dirac point as il-
lustrated in Fig. 4(b). Subsequently, the hot electrons reach
a quasi—Fermi-Dirac distribution in a very short timescale
[34], and holes are relaxed to the top of the valence band,
i.e., close to the Dirac point as shown in Fig. 4(c). Electron
and hole recombination takes place, in which momentum
and energy are conserved. Considering the Fermi level of
210 meV above the Dirac point as well as the highest phonon
mode of 220 cm™! in CdsAs, [40], it is impossible to ex-
cite the electrons from valence band to conduction band by
absorbing a phonon in equilibrium condition. However, the
carriers are in a nonequilibrium state after photoexcitation.
The subsequent e-h recombination occurs around the Dirac
point; during this process, electron and hole can also be repop-
ulated in respective conduction- and valence band via HFPs’
excitation simultaneously, which can partially compensate the
decrease of electron and hole density due to recombination.
In brief, carrier repopulation by absorbing HFPs and carrier
depopulation by emitting HFPs via e-h recombination take
place simultaneously at certain temperature, which is how the
phonon bottleneck takes effect in the gapped Cd3As; thin film
in a nonequilibrium state.

A recent theory shows that the Auger recombination is
strongly suppressed due to vanishing phase space in three-
dimensional materials with linear gapless energy-momentum
relation, and the vanished phase space at the Dirac point is
predicted to slow down the interband relaxation in 3D Dirac
and Weyl semimetal [33,59,60]. But, the vanishing phase
space around Dirac point cannot fully interpret the slowing
down of relaxation with increasing temperature in our 50-nm
Cd;As, film: the interband relaxation time increases with tem-
perature when temperature is below 220 K, while it remains
almost unchanged when temperature is in the range of 220
and 300 K. By considering gap opening at the Dirac point, the
phonon bottleneck effect can well interpret the observation of
temperature-dependent relaxation process. In addition, with
decreasing the thickness of CdsAs, film, gap opening around
the Dirac point has been reported in Refs. [47,61]; the gap
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FIG. 4. (a) Before photoexcitation, the Fermi level E; = 210 meV lies above Dirac point of Cd3As,. (b) Generation of electrons and holes
by absorption of pump photons of energy 1.59 eV (780 nm). Electrons are promoted into conduction band above Fermi level, and holes are
left far below the Dirac point. (c) Holes are relaxed to the top of valence band and combine with the electrons, in which HFPs are generated.
(d) Electrons in valence band can be repopulated in conduction band by absorbing HFPs. (¢) Recombination of electrons and holes generates
new HFPs that induce the phonon bottleneck effect, the HFPs can repopulate the electrons and holes and/or decay into low-frequency phonons

(LFPs).

energy of ~22 meV was obtained for a 50-nm Cd3As, thin
film by measuring temperature-dependent conductivity [61],
which is consistent with the result obtained in this study.

V. CONCLUSIONS

To summarize, by employing temperature and pump-
fluence dependence of transient THz spectroscopy, we have
investigated the photocarrier dynamics in a 50-nm CdzAs;
film. Photoexcitation leads to abrupt decrease of THz trans-
mission, and the subsequent relaxation can be well reproduced
with single exponential function. The temperature-dependent
relaxation time increases with temperature below 220 K,
while the relaxation time remains ~7.5 ps with temperature
above 220 K. The relaxation time shows pump-fluence inde-
pendence at 300 K, while it increases with pump fluence at
low temperature. In addition, our pump fluence, delay time,
and temperature dependence of PC dispersion can be well fit-
ted with pure Drude model, which verifies that Drude weight
increases more than the scattering rate after photoexcitation,
and the relaxation is dominated by depopulating carrier den-
sity via e-h recombination. The RT model is employed to

analyze the experimental findings, which demonstrate that gap
opening with magnitude of A =35+ 6 meV occurs due to
the reduced dimensionality in Cd3As; film. The e-h recombi-
nation excites HFPs across the narrow gap. In turn, the HFPs
can reexcite the carriers, which introduce a phonon bottle-
neck effect to slow down the carrier dynamics. Moreover, the
fitting PC dispersion at various temperatures, pump fluence,
and delay times with Drude model clearly demonstrates the
applicability of the RT model, and further demonstrates that
the photocarrier dynamics in Cd3As; film follows a semi-
conductorlike behavior. These results are of deep insight into
the whole carrier dynamics process in Cd;As; and seeking
potential applications in optoelectronics.
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