
JOURNAL OF MODERN OPTICS, 2017
VOL. 64, NOS. 10–11, 1088–1095
https://doi.org/10.1080/09500340.2017.1288836

Ultrafast optically induced resonant and non-resonant current generation in
atoms and nanostructures: role of the photons orbital angular momentum

J. Wätzela, I. Barthb and J. Berakdara

aInstitute for Physics, Martin-Luther-University Halle-Wittenberg, Halle, Germany; bMax Planck Institute of Microstructure Physics, Halle,
Germany

ABSTRACT
Aside from technological applications, steeringnon-equilibriumcurrents in electronicmatter delivers
informationon the systemelectric andmagneticproperties and their relation toelectronic correlation
and the underlying symmetry of the electrons’ confinement. This theoretical studydemonstrates that
optical vortices are a versatile tool for spatio-temporal generation of charge currents via resonant
and stimulated Raman-type processes for semi-conductor-based nanostructures aswell as for atoms,
thereby the orbital angular momentum associated with the optical vortex plays a key role.
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1. Introduction

The orbital and spin parts of the angular momentum
of electromagnetic waves were analysed and described
theoretically long ago (cf. e.g. (1–4)). The relatively rec-
ent revival of this topic is fuelled by the astonishing
advances in producing and tailoring light waves carrying
orbital angular momentum (OAM) (5–11) in wide laser
parameter range. Suchwaveswith their helical wave front
circling around the propagation direction are also called
optical vortices. Substantial research efforts are currently
devoted to exploiting theOAM-light–matter interactions
with various prospect, and already demonstrated applica-
tions ranging fromoptical tweezers formicroscale objects
to electronics and life sciences, quantum information,
astronomy or optical telecommunications (12–24). No-
tably, OAM beams extend the range of the mechanical
action of light with such effects as moving, trapping and
rotating microscopic objects (25–27), atoms, molecules
(28–30), and Bose–Einstein condensates (31) as well as a
charge distribution. The latter is the topic of this paper.

Inducing resonantly intraband transitions in a semi-
conductor-based nanostructures via OAM laser pulses
was shown to trigger orbital unidirectional current with
a magnitude set by the so-called topology charge �OAM
of the vortex, i.e. the quantity that quantifies the wind-
ing number of the wave front around the average wave
vector in one optical wave length. Taking the spin-orbit
interaction into account, e.g. Rashba-type spin-orbital
coupling, spin-dependent currents can be manipulated
optically (32–34) making OAM-carrying lasers ideal for
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optical-based spintronics. Recently, these theory predic-
tions were qualitatively evidenced by a recent experiment
(35). Also for the magnetization control via light, so-
called optomagnetism (36), OAM-carrying pulses are
useful. In fact, we showed recently that below-band gap
OAM-carrying laser pulses acting on a ferromagnetic
insulator generate via stimulated Raman scattering fem-
tosecond magnetic field bursts (37) that are capable of
triggering an ultrafast transversal magnetization dynam-
ics. Optical vortices (37) may offer some advantages over
conventional optical switching (36) as the effective fields
acting on themagnetizationmay be increased by increas-
ing �OAM, but perhaps more importantly much more
localized induced field might be achieved by combining
optical vortices making this scheme attractive for nano-
magnetism (spatial resolution of conventional
optical switching (36) is set by the Abbe limit).

Generally, non-resonant Raman-type processes
involve much less Joule heating than absorptive (reso-
nance) processes. We expect this advantage to go on the
cost of lower currents. In addition, as a second-order
process in the field, the non-resonant process requires
however high intensities entailing the need for short, few
cycle pulses to avoidmaterial damage. Yet another aspect
which is important for technological applications is that,
while the frequency has to be non-resonant, the optical
period has to be much smaller than the carrier effec-
tive life time due to defects scattering. This condition is
important to avoid collisional-assisted photoabsorption
leading to energy dissipation and coherence loss. Herewe
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will study and compare non-resonantly and resonantly
generated orbital current in nanoscale objects down to
atoms.

For atomic size orbitals, the vast differencebetween the
OAM-carrying beamwaist and the orbital extension is an
obstacle (38) for an efficient transfer of OAM. Nonethe-
less, using clusters such as fullerenes andmagnetic endo-
hedrals one can generate sizable currents via resonant
fields (for instance, an ultraviolet vortex femtosecond
pulse with an intensity of ≈1013W/cm2 generates in C60
a non-invasive nA unidirectional surface current with an
associatedmagnetic field of hundredsmT at the centre of
the fullerene (39)).

2. Non-resonant photovoltaic effect of the
quantum ring

Let us consider at first a mesoscopic phase-coherent
GaAs-AlGaAs-based ring (such as that realized experi-
mentally in Refs. (40, 41)) irradiated by OAM-carrying
electromagnetic pulses causing intra conduction band
transitions. In the resonant case, we have shown (32, 33)
that the light–matter interaction leads to a centrifugal
drift flow of carriers and hence to a time-sustainable car-
riers accumulation at the ring outer boundary. The drift
current generation is related to the exchange of OAM
between the light and the carriers and is not related to the
media noncentrosymmetric crystal structure (42, 43) (as
conventionally needed for photogalvanic and bulk pho-
tovoltaic effect occurring for example in doped lithium
niobate or bismuth ferrite). Hence, the present effect is
much more general and is also expected to appear for
stimulated Raman-type processes. Details on the theoret-
ical description of the static properties of the investigated
quantum rings are detailed in (33). Experimentally, the
carrier density (and hence the Fermi level) as well as
the geometric parameters of the ring are experimentally
tunable in a wide range. We are interested in a nano-
size quantum ring with the Fermi energy chosen as EF =
75meV. The ring is irradiated by a vortex beam focussed
on the ring structure which has an average radius of r0 =
50 nm. The corresponding band structure of the electron
states characterized by the collective quantum number α

(which refers here to the radial quantum number n0 and
the angular quantum number m0) is shown in Figure
1(a). So, the initial situation is comparable to Figure 3(b)
in Ref. (33). In the resonant case, we considered a photon
energy �ω = 5meV leading to resonant transitions from
the first to the second radial band. In contrast, we use
here a photon energy of �ω = 4meV, i.e. only non-
resonant transitions around the Fermi energy for the
considered ring structure can be initiated due to the
interaction with the OAM pulse (cf. the energy spectrum

in Figure 1(a)). The peak intensity is relatively moderate
I = 1010W/cm2. However, the frequency is very small,
making a perturbation approach (at least to a second
order to capture the stimulated Raman processes) un-
suitable.

The interaction Hamiltonian which enters the two-
dimensional time-dependent Schrödinger equation (2D-
TDSE) is given by

Ĥint = 1
2
[
p̂pp ·AAA(rrr, t) +AAA(rrr, t) · p̂pp] . (1)

We assume a gauge where the scalar potential vanishes.
The vector potential of the applied OAM beam reads

AAA(rrr, t) = �
{
ε̂A0f

q
�OAM

(rrr)ei�OAMϕ�(t)eiωt
}

(2)

where the temporal profile is described by �(t) = sin2

(π t/τs) and the polarization state is ε̂. The radial profile
of the optical vortex beam is described by Gaussian–
Laguerre modes:

f q�OAM (rrr) = e
− r2

w20

(√
2r

w0

)|�OAM |
L|�OAM |
q

(
2r2

w2
0

)
. (3)

The vector rrr is in the x/y-plane. The functions f q�OAM (rrr)
are further determined by the waist sizew0 and the radial
index q while L|�OAM |

q

(
2r2
w2
0

)
are the Laguerre polynomi-

als. For q = 0, |AAA(rrr, t)|2 has a donut shape. The 2D-TDSE
is solved fully numerically for all carrier states with a real
time propagation method. Therefore, the vortex field is
accounted for to all orders (within the accuracy of the
numerics).

To provide a qualitative comparison with the case
where the class of resonant electronic transitions dom-
inate the generation of the photocurrent, we consider
the quantum ring structure wired with a 35 nm wide
conductive straight bar. Note that themodification of the
potential destroys the angular symmetry of the system
with respect to the centre of the ring. Therefore, the
description of the electron states via the radial quantum
number n0 and the angular quantum number m0 is not
possible anymore. The whole modification of the poten-
tial landscape is described in more details in Ref. (33).

The interaction of the OAM light with the ring struc-
ture leads to an effective increase of the centrifugal
potential which causes a tunneling of the charge carriers
into the wire. This mechanism is nicely demonstrated in
Figure 1(b) by the time-dependent density of the
occupied states (tDOS) after the interaction with a two-
cycle OAM pulse amounting to a pulse duration of τs =
2.06 ps. It can be calculated as
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Figure 1. Wheel structure (bright area in (b)) consisting of quantum ring from which carriers are photo-pumped into a conductive
channel leading to a directed charge current. (a) The band structure of the ring system used for the investigation of the non-resonant
photovoltaic effect. The OAM-carrying laser is focused on the ring area and impinges perpendicular to the plane of the ring. The photon
energy is�ω = 4meV (not drawn to scale) which is too small to initiate resonant particle–hole transitions around the Fermi energy. The
collective quantum number α of the individual electron states refers here to the radial quantum number n0 and the angular quantum
number m0. (b) The tDOS ρtDOS(t) of the studied ring-structure with an attached wire just after the application of the pulse at a
propagation time of 2 ps. Upon irradiation the initially homogeneous tDOS exhibits 21 nodal structures reflecting the topological charge
�OAM = −20 and the helicity of−1 of the applied circularly polarized OAM beam.

ρtDOS(x, y, t) =
∑
α

fα(t)|�α(x, y, t)|2, (4)

where�α(x, y, t) are the wave functions of the electronic
states characterized by the collective quantum number α

and the energy eigenvalues Eα . The weights fα(t) are the
non-equilibrium distribution functions obtained from
the Boltzmann equation with the relaxation time
approximation (33, 44, 45). Within this approximation,
all relaxation processes are introduced by means of the
averaged relaxation time τrel. In the static case (t = 0),
the weights are given by the equilibrium distribution
functions f 0α (Ef ) = 1/

[
1 + exp ((Eα − Ef )/kBT)

]
where

T is the temperature and kB is the Boltzmann constant.
For a temperature T → 0 they behave like a Heaviside
Theta function, i.e. in the static case ρtDOS(x, y, t = 0) =∑

α �(EF−Eα)|�α(x, y, t)|2. Throughout thewhole con-
siderations, a relaxation time τrel = 25 ps is assumed.

A direct consequence of the tunneling is a directed
flow of the current density in the wire. In Figure 2 the
corresponding photo-induced currents through a detec-
tor (marked by the thick horizontal line in Figure 1(b))
in the wire are depicted. The results of Ref. (33) which
are an effect of resonant electron transitions are also
included for a qualitative comparison. Twomain features
are salient. First, the photovoltaic effect is induced by
non-resonant transitions, which might be expected for
second order processes. It is important to emphasize that
the current of interest here is the unidirectional current
I(t), which is already averaged over the fast oscillations.
The time dependence of I(t) is related to the population
decay (46). Hence, the dynamics of this decay proceeds

irrespective of how these states were populated (by reso-
nant or non-resonant transitions). Usually, the dynamics
of I(t), which belongs to the realm of quantum kinet-
ics, can be dealt with either by a density-matrix trunca-
tion scheme (46), the non-equilibrium Greens function
approach (47), or othermethods (the classical Boltzmann
equation might be considered however at short times its
use is questionable (47)). Here we make use of the fact,
that we only induce transitions around the Fermi levels
(as we inferred by analysing which states are populated
upon the pulse) and our system is weakly interacting,
hence one may apply the relaxation time approximation
(33, 48) or a particle conserving version of it, as done in
Ref. (49). By doing so, the photocurrent is a summation
of partial currents carried by the transient single-particle
states �α(x, y, t) as deduced from the time evolution
dictated by the 2D-TDSE, i.e.

I(t) =
∑
α

fα(t)Iα(t), (5)

where fα(t) is the non-equilibrium distribution function
calculated with the relaxation time approximation (33)
and Iα(t) are the individual contributions of the electron
states characterized by α to the total current. Analysing
the involved states shows that in the case of non-resonant
transitions only the two excited states around the Fermi
energy are current-carrying while in the case of the res-
onant transitions in Ref. (33) many more states deliver
contributions to the total current. Nevertheless, the
photo-induced currents in both cases are of the same
magnitude.
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Figure 2. The photo-induced currents for a two cycle pulse (pulse
duration τs = 2.06 ps) with a non-resonant photon energy of
�ω = 4meV (solid lines) in comparison to the results discussed
in Ref. (33) (dashed lines). The used intensity is 1010 W/cm2 in
both cases. The black dashed lines show the temporal variation of
the applied OAM laser beam.

Another interesting aspect is that the photo-induced
currents increase much later in time. The time lag in
the current buildup in the case of stimulated Raman
processes can be understood if we consider the short-
time population dynamics, as follows from a short-time
expansion of the Dyson equation for the propagator. Let
us consider qualitatively the dynamics on the time scale
of the onset time of the pulse. No matter how short
this pulse is it has to start weak and smooth, in which
case perturbation theory gives a reasonable insight into
this regime. As established for first-order (resonant) pro-
cesses the population increases quadratically in time. For
purely non-resonant transitions the population increases
fastest with t4. This dynamical behaviour in the case of a
weak field follows the time-dependence of the population
buildup as dictated by the first and the second-order
time-dependent perturbation theory. The corresponding
time structure is reflected in the unidirectional current,
as the latter is mainly associated with the population
dynamics (46). This short time hierarchymay be useful to
distinguish between the processes in question. It reveals
however some complications with the stimulated Raman
excitations in the way it is treated here, when the current
buildup time becomes comparable with the relaxation
time due to scattering from phonons or vibrons and
hence the adiabatic decoupling need to be reconsidered.
Hence, a detailed study for instance along the lines of
Ref. (46) might be useful but to our knowledge has not
been conducted yet. As evidenced by Figure 2, one may
state that the current and the photovoltaic effect can be
enhanced effectively by increasing the topological charge
of the optical vortex which leads to an enlarged transfer
of OAM to the charge carriers which is accompanied
by a larger centrifugal force. By photovoltaic effect we
mean here the internal voltage buildup counteracting the

Figure 3. The photo-induced currents for different intensities and
pulse durations of the employed optical vortex pulse. The non-
resonant photon energy is �ω = 4meV and the topological
charge amounts to �OAM = −10. The dashed lines show the
corresponding temporal variations of the applied OAM laser
beams with different durations and intensities.

charge imbalance that builds up between the inner and
outer boundaries of the ring.

In Figure 3 we show the time-resolved dependence of
the photo-induced currents on the pulse parameters for
a topological charge �OAM = −10 of the optical vortex
pulse. The red solid curve is the current corresponding to
Figure 2 which was obtained by employing anOAM laser
pulse with an intensity of 1010W/cm2, and a pulse dura-
tion of τs = 2.06 ps. The green curve shows the current
for the same intensity and a duration which is twice as
long, i.e. τs = 4.12 ps (four optical cycles). The purpose
is to have an insight into the Floquet regime (longer
pulses were unfortunately hammered by numerical lim-
itations for longer propagation times). The consequence
is a larger FWHM but also a longer build-up time of
the current peak. Therefore, the temporal profile of the
pulse which is characterized by sin[π t/τs]2 is mapped
into the photo-induced current which emphasizes the
dependence of the magnitude of the photovoltaic effect
on the intensity of laser beam. Although the intensity is
equal in both cases, the maximum of the longer pulse is
slightly smaller which can be explained by the set in of
relaxation processes (relaxation time τrel = 25 ps).

The blue, dashed curve corresponds to an intensity
of 5 × 1010W/cm2 at a pulse duration of τs = 2.06 ps
(two optical cycles). The curve reveals that the maximum
of the photo-induced current with a higher intensity is
larger. This observation is explainable by the short time
expansion of the propagator mentioned above and the
population decay time τrel (in our case τrel = 25 ps). The
intensity at the respective short times enters as a prefactor
for the time dependence of the population generation.
This prefactor is smaller for longer pulses and larger
for stronger pulses with the same duration. Inspecting
the time dependent polarization is not only important
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Figure 4. Time dependent polarization parameter 〈cosϕ〉 for a
non-resonant photon energy of �ω = 4meV, a pulse duration of
τs = 2.06 ps, an intensity of 1010 W/cm2 and a topological charge
of �OAM = −10 of the vortex beam. The black-dashed lines show
the temporal profile of the applied OAM pulse.

to complement the above analysis but it also delivers
insight into the emission characteristics. We consider
the polarization along the x axis (cf. Figure 1). The key
quantity is then

〈cosϕ〉(t) =
∑
α

fα(t)
∫

dx
∫

dy |�α(x, y, t)|2 cosϕ,
(6)

where ϕ(x, y) = arctan (x, y) is the polar angle with
respect to the centre of the ring structure. The integration
domain is restricted to the quantum ring meaning x ≤
60 nm. In molecular physics, this parameter is used for
characterization of the polarization orientation of polar
molecules (45, 50–52). It varies in the interval [−1, 1]
where the extremes mean the perfect orientation at the
angles ϕ = π or ϕ = 0 (along the x axis). Note that
〈cosϕ〉(t) = 0 does not necessarily mean that the object
is orientated at the angles ϕ = π/2 or ϕ = 3π/2, but
rather the density of states is distributed symmetrically
with respect to the y-axis andhence thepolarization along
the x-axis vanishes.

The time variation depicted in Figure 4 reveals that
the reaction of the electron states |�α〉 on the applied
vortex beam is on a sub-ps time scale as the polarization
parameter starts to increase immediately for times t > 0.
〈cosϕ〉(t > 0) > 0 means that the electron states of
the ring structure due to the light–matter interaction
begin to orientate along the x-axis in direction of the
clamped conductive straight channel. This could be exp-
lained by the directed flux of the charge density into the
wire due to tunneling through the thin barrier region
which has its origin by the increased effective centrifugal
force. When the pulse is switched off (or has reached its
peak amplitude), the electron states inside the ring struc-
ture start to loose their orientation which is accompanied
by the decrease of the polarization parameter for propa-
gation times t > 1.7 ps. This effect of the redistribution is

enhanced due to relaxation processes characterized by
the relaxation time τrel. The small oscillations within
the curve are related to the frequency of the transitions
between the two levels around the Fermi energy which in
turn are related to the round trip frequency in the ring.

3. Non-resonant transitions of the 2D hydrogen
atom

Now we explore the possibility of observing the above
effects for atomic systems and consider a 2D hydrogen
atom in an intense laser field carrying OAM. Higher
dimensions or many-electron atoms are still a challenge
numerically. The current carrying states excited reso-
nantly by circularly polarized plane waves were consid-
ered in Refs. (53). The focus here is on stimulated
Raman-type excitations with OAM-carrying pulses in
which case the light–matter coupling ĤInt in Equation
(1) differs markedly from the plane wave case. The vector
potential of the linearly polarized (ε̂ = (1, 0)T ) OAM
pulse is described by Eq. (2). The waist size of the beam in
the x/y-plane is w0 = 50 nm (945 a.u.) with the maximal
intensity at the distancew0

√
�OAM/2 from the optical axis.

A hydrogen atom at the vortex centre experiences so a
very low intensity.

Fornumerical easiness,we employ a soft coreCoulomb
potential for the H atom:

V(r) = − 1√
r2 + a2

. (7)

The cut-off parameter a is chosen in a way that the
computed ground state energy is E(1) = −13.6 eV. The
electron states are characterized by the principal quan-
tum numbers n and the angular quantum numbersm.

The amplitude of the vector potential A0 is 0.5 a.u. at
a radius r = 2 a.u., which means no tunnel ionization
processes are expected. The photon energy �ω = 4 eV
and therefore, no resonant transitions via single-photon
processes will occur since the first unoccupied bound
state in our H atom model lies at E(2) = −3.4 eV. The
temporal envelope of the field is modelled as �(t) =
exp[−(t − t0)2/t2s ] where the parameter ts is chosen in a
way that the spectral width of the laser pulse is smaller
than the energy difference 
E = E(2) − E(1), i.e. ts =
20 a.u. which corresponds to a FWHM of 806 as. As a
consequence, all occurring optically induced transitions
are due to second-order processes. The pulse is centred
around at time t0.

In the following,we consider the electron in the ground
state characterized by quantum numbers n = 1 and
m = 0 with the energy E(1) which is perturbed by the
action of the laser pulse. The 2D-TDSE is solved full
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Figure 5.Magneticmoment in units of the BohrmagnetonμB as a
function of the propagation time for different topological charges
�OAM. The FWHM of the temporal envelope of the applied OAM
is 806 as while the peak intensity of the donut-shaped profile
is 1.2 × 1018 W/cm2. The black-dashed lines show the temporal
variation of the applied OAM laser beam.

numerically from t = 0 to t = 2.5 ps. The centre of
the pulse is characterized by t0 = 1.25 ps.

In Figure 5 the magnetic moment in z-direction
mz(t) = ∫

dx
∫
dy xjy(x, y, t)−yjx(x, y, t) in dependence

on the topological charge of the vortex pulse is shown.
Here, the vector jjj(rrr, t) = (jx(x, y, t), jy(x, y, t))T is the
current density in the x/y-plane. The curves reveal that
as long as the electric field is switched on, the mag-
netic moment increases which can be explained by non-
resonant transitions due to second-order processes.
Another important feature is the strong dependence on
the topological charge�OAM.An increasingwindingnum-
ber leads to an increasing current density jjj(rrr, t) and
therefore, a larger magnetic moment. This can be ex-
plained by non-resonant transitions to states with higher
angular quantum numbers m. The peaks of the depicted
magneticmoments can be found around 1.25 ps propaga-
tion timewhich correspondswith t0.When the pulse sub-
sides, the magnetic moments decrease rapidly. The rea-
son lies in the decreasing intensity of the laser pulsewhich
lowers the probability for the second-order processes and
non-resonant transitions. Therefore, the intensity profile
of the applied OAM pulse is mapped into the temporal
dependence of the photo-induced magnetic moments.
We showed recently that the effect of transferring OAM
to the electron is very sensitive to the position of the atom
relative to the optical axis of the OAM laser spot (54).
That means even for a distance between optical axis and
atom on the atomic scale, the phase information carried
by the OAM beam reduces drastically when translated to
the atomic system. This issue is less critical for nano or
microstructures (such as the rings presented here) which
are conventionally etched or deposited on substrates. The
possibility of near field vortex generation allows even to
apply the field on a scale comparable or even less than the
dimension of the microstructure.

4. Conclusions

We explored the potential of OAM-carrying laser pulses
for generating unidirectional, non-equilibrium currents
in nanoscale structures and atoms via stimulated Raman-
type processes. Features of this type of current generation
are distinctively different from direct resonant current
generation. A main conclusion is that, short pulses are
advantageous as the rise up time of the current as well as
itsmagnitude are substantial. Longer pulsesmay be easier
to handle theoretically, as they allow to employ a Floquet-
type approach but higher peak intensities are needed and
the current emerges much later, in which case relaxation
processes may start to set in while the current is building
up.
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