PHYSICAL REVIEW ACCELERATORS AND BEAMS 24, 010701 (2021)

Attosecond polarization modulation of x-ray radiation
in a free-electron laser
J. Morgan

*

University of Strathclyde (SUPA), Glasgow G4 0NG, United Kingdom
and Cockcroft Institute, Warrington, WA4 4AD, United Kingdom

B. W. J. McNeil
University of Strathclyde (SUPA), Glasgow G4 0NG, United Kingdom;
Cockcroft Institute, Warrington, WA4 4AD, United Kingdom;
and ASTeC, STFC Daresbury Laboratory, Warrington, WA4 4AD, United Kingdom
(Received 18 August 2020; accepted 7 January 2021; published 14 January 2021)
A new method to generate short wavelength free-electron laser output with modulated polarization at
attosecond timescales is presented. Simulations demonstrate polarization switching timescales that are four
orders of magnitude faster than the current state of the art and, at x-ray wavelengths, approaching the
atomic unit of time of approximately 24 attoseconds. Such polarization control has significant potential in
the study of ultrafast atomic and molecular processes. The output alternates between either orthogonal
linear or circularly polarized light without the need for any polarizing optical elements. This facilitates
operation at the high brightness x-ray wavelengths associated with FELs. As the method uses an afterburner
configuration it would be relatively easy to install at existing FEL facilities, greatly expanding their
research capability.
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I. INTRODUCTION
The polarization of light is a fundamental property which
affects its interactions with matter. These interactions are
used experimentally to investigate various properties of
matter such as the chirality of molecules and crystal
structures [1,2]. Additionally, light’s polarization is essential in the study of magnetism, for example, short polarized
pulses can be used to manipulate magnetic moments and
investigate the timescales of angular momentum exchange
[3]. Current experiments can demand greater spatial [4]
and/or temporal [5] control and flexibility of the polarization than the generation of purely circular, elliptical or
linearly polarized light. In particular, fast temporal switching of light’s polarization is desirable for techniques such as
polarization modulation spectroscopy, notably, x-ray magnetic circular dichroism (XMCD) [6–8] and may offer
control over material excitations including lattice vibrations
[9], charge and spin [10,11].
Ultrafast switching of the polarization properties of light
is a nontrivial task as conventional polarizing elements are
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quasistatic devices at ultra-fast timescales. While some
conventional polarizing elements can be controlled by
electric currents [12], these are limited by their electronic
components to gigahertz switching speeds and also see
large energy losses.
In the drive to further decrease switching rates, recent
research using plasmonic technologies has further
decreased linear polarization switching to 800 fs [13]
and circular polarization switching to pico-second timescales [14]. However, these techniques are based on the
active control of polarizing elements and operate primarily
at visible wavelengths or longer. As wavelengths shorten
beyond the ultraviolet, polarizing optics are more limited
with modulation timescales being determined primarily by
the light generation method.
In electron accelerator based light sources, which can
generate light into the hard x-ray, it is the motion of the
radiating electrons propagating through magnetic undulators that determines the polarization of the photon beam.
For example, circular polarization modulation with a ∼2 ns
switching rate has been demonstrated in a synchrotron by
controlling electron bunch orbits through twin undulators
[15]. Methods of generating x-rays with temporally varying
polarization from the output of free-electron lasers, FELs,
include 100 fs switching using a chirped electron beam
[16]. Femto-second isolated pulses with different polarization can be generated with the fresh slice method
described in [17].
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It can be envisaged that significant improvement on
temporal polarization switching timescales to those comparable to atomic processes will enable experimental
investigation of these processes. In XMCD, for example,
the polarization switching rate of x-rays limits the observable processes to those occurring slower than the switching
cycle [8]. In this paper, a method is described which could
improve the polarization switching rate of both linear and
circularly polarized high brightness x-rays toward the
attosecond timescale regime and comparable to the period
of a ground state electron in the Bohr hydrogen atom, the
atomic unit of time ≈24 as. We speculate that pulses of
such timescales could be used to develop novel methods,
perhaps similar to XMCD, that can improve temporal
resolutions to below that of the exchange interaction
responsible for magnetic order [3].
The method modulates the polarization of light radiated
from a free-electron laser. Trains of radiation pulses are
generated in which each pulse alternates between orthogonal linear or circular polarization states. FELs are widely
tuneable devices operating down to the hard x-ray wavelength range [18] and the method reported here should be
applicable over this full range. Simulations are carried out
here in the soft x-ray generating radiation pulse trains with
alternate orthogonal polarization pulse timescales of tens of
attoseconds.

self-amplified spontaneous emission, giving a temporally
noisy output [19]. The relative propagation of a radiation
wavefront through the electrons of one λr every λu, referred
to as “slippage,” allows interaction between different
regions of the electron bunch and radiation pulse. This
correlates the phase of the radiation output at a length
determined by the cooperation length lc ¼ λr =4πρ—the
relative slippage in an exponential gain length through the
undulator lg ¼ λu =4πρ. Here ρ, the FEL parameter, determines the strength of the FEL interaction [19].
The FEL process generates high-power radiation with its
polarization determined by the magnetic undulator field—
either planar, elliptical or helical. A typical X-ray FEL
facility uses planar undulators to micro-bunch the electrons. Polarization control can be enabled by adding
additional undulators placed downstream of the main
planar undulator amplification section once microbunching
has been established [20]. Such additional downstream
undulators, or “afterburners,” are increasingly being
explored as a method to tailor FEL output in many ways
not limited to polarization control, e.g., short pulse generation [21,22] and transverse phase manipulation [23].
They provide solutions to enable specific experimental
output requirements with minimal changes to an existing
facility and therefore at relatively low cost.

II. FEL THEORY

III. POLARIZATION MODULATED PULSE
TRAINS: METHOD

In a high-gain FEL a relativistic electron beam propagates through magnetic undulators and emits electromagnetic radiation (light) with a resonant wavelength
λr ¼ λu ð1 þ ā2u Þ=2γ 20 , where λu is the undulator period,
āu is the rms undulator parameter and γ 0 is the electron
beam’s relativistic factor. The light is amplified via a
collective interaction which causes the electrons to
micro-bunch at the resonant wavelength and to emit
coherently [18]. The initial nonuniform phase distribution
of electrons, or shot-noise, can provide the initial
seed which is subsequently amplified in the process of

To generate FEL output with modulated polarization, we
propose an afterburner design consisting of a series of few
period, alternate orthogonally polarized undulator modules
as shown in Fig. 1. The undulators are separated by electron
delay chicanes which can introduce additional slippage
between the electron bunch and the radiation field. Both of
the orthogonal, polarized radiation fields emitted in the
afterburner are mode-locked which creates trains of short
pulses [21]. The orthogonally polarized pulse trains are
shifted temporally with respect to each other so that the

FIG. 1. Schematic layout of a section of afterburner used to generate a radiation pulse train with alternating x and y linear polarization.
In each undulator, those regions of the electron beam with modulated microbunching emit coherently. Chicanes delay the electron beam
between undulator modules so that those sections of high microbunching overlap with the appropriately polarized pulse for the
undulator in which they are propagating.
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combined pulse train consists of a series of alternate,
orthogonally polarized pulses.
Mode-locking in a FEL, first proposed in [21] and
compacted into a mode-locked afterburner configuration
in [22], creates trains of short radiation pulses via a process
analogous with mode-locking in conventional cavity lasers
[24]. In the mode-locked afterburner, normal FEL amplification occurs first in an electron beam prepared with an
energy modulation, γðtÞ ¼ γ 0 þ γ m cosðωm tÞ. This generates a periodic microbunching structure in the electron
beam at the energy modulation period by creating higher
FEL gain at the minima of the energy modulated beam.
Chicane delays between the short undulator sections in the
afterburner then map the electron beam microbunching
comb onto the radiation modal pulses.
Here, a similar mapping of the microbunched comb to
the mode-locked radiation generated in the orthogonally
polarized afterburner modules is used to generate alternately polarized pulse trains. Figure 1 shows a schematic of
how these pulse trains are generated in a planar undulator
afterburner. Chicanes placed between undulator modules
are chosen to delay the high microbunched regions of the
electron beam to the polarized radiation pulses corresponding to the similarly polarized undulator in which they
interact. The orthogonally polarized radiation pulses do not
interact with the electrons in this undulator module so that
they simply experience free propagation. The orthogonally
polarized undulators then effectively behave as additional
alternate chicane delays.
The combined slippage of the electrons with respect to a
radiation wavefront between undulator modules of the
same polarization should therefore be the modulation
period λm . The temporal separation of the pulses of
radiation with the same polarization is then T ¼ λm =c
and the relative times of these pulses are
t1 ¼ nT:
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IV. SIMULATIONS
The method is modeled using the FEL simulation code
[25] using the parameters based on the LCLS-II
project at SLAC [26] as listed in Table I. Dispersion effects
within the chicanes are included in the model although
chicanes which reduce dispersion and dispersionless chicanes are being developed [27,28].
PUFFIN

A. Alternating linear polarization
The method is first demonstrated using an afterburner
with alternating x and y planar undulators that will emit
correspondingly linearly polarized light. An electron
beam, with a Gaussian current profile, is first prepared
with a sinusoidal energy modulation of period λm ¼
40 nm ¼ 32λr . This is applied via the initial conditions
of the beam before any FEL interaction is simulated. Start to
end simulations with full modeling of the energy modulation
is left for future work. However, pre-modulation at longer
wavelengths is relatively straightforward and similar modulation as presented here for a nonideal electron beam has
previously been demonstrated [29,30].
As with the mode-locked afterburner of [22], the electron
microbunching comb is then developed in a SASE FEL
“preamplifier.” The simulation modeled an x-polarized
undulator similar to that found at most current FEL
facilities. The power growth in this preamplifier stage is
inhibited by the electron beam energy modulation. On
subsequent injection into the afterburner, the power growth
in the pulsed regions becomes exponential due to their
overlap with the high quality electron beam regions being
maintained. There is therefore much greater radiation
power generated in the afterburner than in the preamplifier.
The point at which the electron beam is extracted from the
preamplifier—after 900 undulator periods—is chosen so
that the radiation is two orders of magnitude smaller than

ð1Þ
TABLE I.

The orthogonally polarized pulses will then have pulse
peaks at relative times:
t2 ¼ t0 þ t1 þ ΔT

ð2Þ

where ΔT ¼ s=c is the time for the radiation to propagate
the slippage length, s ¼ λm =2, through the electron bunch.
t0 is a constant which may shift the radiation pulse trains
relative to each other. This relative shift is achieved by
adjusting the slippage between consecutive orthogonally
polarized undulators to be s þ ct0 and s − ct0 . Here, we
chose t0 ¼ 0 representing the case where we have equal
slippage between undulator modules and therefore there is
equal spacing between all pulses.

Simulation parameters.

Parameter
Electron beam energy [GeV]
Peak current, I 0 [kA]
rms energy spread σ γ =γ
Normalized emittance [mm-mrad]
rms beam size σ x [μm]
Undulator period λu [cm]
Resonant wavelength λr [nm]
Modulation wavelength λm [nm]
Modulation amplitude γ m =γ 0
rms undulator parameter āu
ρ parameter
Afterburner
Number of undulator periods per module
Chicane Delays [nm]
Number of undulator modules
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Value
4
1
1.25 × 10−4
0.45
26
3.9
1.25
40.0
1.2 × 10−3
1.72
1.2 × 10−3
8
10
36
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the final saturated radiation power in the following
afterburner.
Both the x and orthogonal y polarized undulator modules
in the afterburner are 8 periods long, each separated by a
chicane that delays the electrons by a further 8 resonant
wavelengths. The total electron delay is then s ¼ 16λr ¼
λm =2 between successive undulator modules and λm
between undulators of the same polarization. This maintains overlap between the electron microbunching comb
and the alternating orthogonally polarized radiation as
shown in Fig. 1, leading to the amplification of radiation
spikes. The orthogonal radiation spikes so generated should
not interfere with each other due to their orthogonal
polarization. However, as both fields are emitted by the
same electron beam source, which sees only small changes
between undulator modules, fluctuations in the power of
one pulse train envelope should be similar to its orthogonal
counterpart.
Figure 2 shows a section of the radiation power profiles
and spectrum of the x and y polarized fields after 36
afterburner undulator modules (16 of each polarization).
The additional slippage between undulator modules leads
to a frequency spectrum that is broader than typical FEL
output and discretized into frequency modes with modes
spacing, Δωs , as determined by the time taken for the
radiation to travel the total slippage length between the
same polarized undulators. The radiation pulse peaks arise
from the constructive interference between the frequency
modes whose phase has been fixed by the modulation,
Δωm ¼ Δωs . This is the principle of mode-locking as
described in [21,24].

FIG. 3. The on-axis normalized Stokes parameter s1 as a
function of relative time t after 36 undulator-chicane modules.
It is seen that s1 flips between positive and negative values with
extremes at js1 j ≈ 1.0, indicating high degree of polarization
modulation.

As the undulator modules have equal lengths, both the
x and y polarized fields have approximately the same pulse
FWHM duration of τp ≈ 19 as and with peak powers of
Ppk ≈ 1 GW. The separation between each pulse is approximately 67 as corresponding to a polarization switching rate
of 15 PHz.
A normalized Stokes parameter, s1 , is used to examine
the degree of linear polarization in the pulses, where: s1 ¼
ðjEx j2 − jEy j2 Þ=ðjEx j2 þ jEy j2 Þ is the intensity difference
between the x and y polarized fields normalized to the total
intensity of the field. Values of s1 ¼ 1.0 then indicate
fully linear x or y polarization, respectively. This is plotted
as a function of time in Fig. 3 where it is seen that the
polarization is highly modulated, flipping between the two
polarization states. The high degree of polarization contrast
is seen at the peak powers, js1 j ≈ 1.0. Across the full pulse
train, js1 j > 0.95 at the peak powers, demonstrating a high
degree of polarization modulation.
B. Alternating circular polarization

FIG. 2. Top: power vs relative time t for the x and y polarized
fields and Bottom: the corresponding spectra after 36 undulatorchicane modules.

Pulses with polarization alternating between left and
right-hand circular polarization have also been modeled.
The amplifier section, which pre-bunches the electrons
using SASE, remains an (x-polarized) planar undulator
similar to that above. The afterburner now consists of
orthogonal left and right circularly polarized helical
undulators.
Figure 4 shows the power profiles for the left-hand
circular, LCP, and right-hand circular, RCP, polarization.
The pulses now alternate between orthogonal circular
polarization with the same FWHM pulse duration τp and
rate as the linearly polarized case above. The stokes
parameter, s3 ¼ ðjER j2 − jEL j2 Þ=ðjER j2 þ jEL j2 Þ, which
gives the degree of circular polarization is plotted in
Fig. 5. Across the pulse peaks, there is a high degree of
circular polarization, js3 j > 0.9. This is very promising as
many ultrafast polarization switching techniques cannot
achieve full-handedness reversal.
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FIG. 4. Power spectrum for left and right hand polarization vs
relative time at the end an afterburner with alternating polarized
helical undulator modules.
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pulse trains of orthogonal polarizations may be controlled
to bring alternating pulses close together followed by a
longer time interval. The time duration of the different
pulse types may also be altered by the length of the
different types of undulators to generate pulse trains with
a pulse of one polarization followed by a shorter pulse with
the orthogonal polarization. However, it is noted that this
will also result in different pulse powers and bandwidths
which would need further consideration.
This method also provides a promising broader avenue to
tailor FEL output and provide bespoke radiation for experiments. Further development of the method will include
alternating other pulse properties such as the wavelength,
e.g., using the work of [31], or orbital angular momentum of
the pulses [32]. While experimental implementation of
mode-locking has not yet been trialed, it may be advantageous to consider alternating pulse structure capabilities
when upgrading FELs to include mode-locking.
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FIG. 5. The on-axis normalized Stokes parameter s3 as a
function of relative time t after 36 undulator-chicane modules.
It is seen that s3 flips between positive and negative values with
extremes at js3 j ≈ 1.0, indicating high degree of polarization
modulation.

V. CONCLUSIONS
This paper demonstrates a novel method to generate
attosecond polarization modulation in a short wavelength
FEL without the need for any optical components. This
represents a considerable improvement in wavelength and
timescales over any other methods currently available, and
could be expected to drive forward new experimental
opportunities in fundamental science. The simulation
parameters used considered soft x-ray pulses similar to
the LCLS-II, however, this is by no means the limit of the
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alternating polarized pulses here would generate pulse
separation times of 5 as, approximately one fifth of the
atomic unit of time. Discussion of scaling the mode-locked
afterburner to yet higher photon energies provided in [22]
should also apply to the methods described here. Given the
broad scaling of FEL wavelength operation, the method
described will also be applicable to longer wavelengths,
again opening up new experimental opportunities.
As well as operating across a broad range of wavelengths, the method could be adapted to meet other specific
experimental requirements. The temporal shift between
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