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Abstract

One of the key challenges in scientific researches based
= on free-electron lasers (FELS) is the characterization of the
< coherence time of the ultra-fast hard x-ray pulse, which fun-
‘3 damentally influences the interaction process between x-ray
.S and materials. Conventional optical methods, based on au-
,-5 tocorrelation, is very difficult to realize due to the lack of
%mirrors. Here, we experimentally demonstrate a concep-
£ tually new coherence time characterization method and a
g coherence time of 174.7 attoseonds has been measured for
& the 6.92 keV FEL pulses at Linac Coherent Light Source.
Z In our experiment, a phase shifter is adopted to control the
2 cross-correlation between x-ray and microbunched electrons.
§This approach provides critical temporal coherence diagnos-
Z tics for x-ray FELSs, and is decoupled from machine parame-
55 ters, applicable for any photon energy, radiation brightness,
g repetition rate and FEL pulse duration, etc.
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INTRODUCTION

Hard x-ray free-electron laser (FEL) [1-5] opens the door
Z to a new era of X-ray experiments in various research fields,
&e.g., physics [6], chemistry [7], life [8] and material sci-
§ ences [9]. Combined with ultra-short duration, refined reso-
@ lution, high photon flux, hard x-ray FELs become powerful
8 tools to capture simultaneous information on atomic struc-
§ ture and dynamics. At present, most of the hard x-ray FELs
Sare operated in self-amplified spontaneous emission (SASE)
« scheme, in which spontaneous radiation from the electron
= ) . . .

/M beam is amplified along the magnetic field in undulators.
8 Due to starting from electron shot noise, SASE FELs usu-
£ ally are generated with imperfect temporal coherence cor-
‘G responding to temporal isolated spikes [10]. As one of the
é fundamental characteristics of the x-ray pulse, pre-known
4;‘:’ information about x-ray coherence time would potentially
< benefit experiments including but not limited to, ionization
g dynamics, spectro-holography [11], nonlinear mixing-wave
g experiment [12], etc. Hence, there is a growing demand for
% the community to develop a time-domain coherence time
o characterization method for the ultra-fast hard x-ray pulses.
2 For FEL coherence time characterization, the most
E straight forward way is to directly implement conventional
S optical method, autocorrelation. Autocorrelation is a widely
» used method for coherence time characterization for optical
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radiation pulses. However, the autocorrelation itself has a
strong dependence on the mirrors to control optical delays,
which, in turn, limits the photon energy range of its applica-
tion. Although it has been proved that a combination of laser
beam splitter and mirror based optical delay can be used to
implement autocorrelation to characterize the FEL coher-
ence time in the extreme ultraviolet and soft x-ray regime [13,
14], different from its implementation in these two scenarios,
the autocorrelation is difficult to realize in hard x-ray regime
due to the lack of mirrors. Meanwhile, x-ray pulse duration
characterization method based on FEL dynamics has been
well established recently [15, 16]. However, in this case, the
coherence information is not included in the cross- correla-
tion since the electrons are almost ’fresh’. Here, we further
develop this idea to characterize the coherence time of hard
x-ray FEL pulses by using the cross-correlation between the
x-rays and microbunched electron beam.

In this work, we report the first direct measurement result
of the coherence time of ultra-fast hard x-ray FEL pulses
through a conceptually different approach. In this method,
the temporal coherence characteristics of the x-ray pulses are
mapped to the cross-correlation between the microbunched
electron beam and the x-ray pulse and then the corresponding
coherence time can be obtained by decoding the information
from the measured cross-correlation.

METHOD

Figure 1 depicts how this coherence time characteriza-
tion method works, where the whole undulator system is
considered as two parts, the first part is used for SASE FEL
generation and the second part works on converting the cor-
relation to x-ray pulse energy. The phase shifter between
these two parts is employed to manage the delay between
the x-ray pulse and the microbunched electrons to control

the correlation.
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Figure 1: Schematic description of hard x-ray SASE FEL
coherence time characterization based on cross-correlation
between microbunched electrons and x-ray pulse.

In the SASE FEL, a bunch of highly relativistic elec-
trons are injected into a periodically varying magnetic field,
known as undulator. While traveling through the undula-
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tor, the electrons are forced to wiggle transversely and emit
spontaneous radiation. This process produces ultra-short
bursts of x-rays at the wavelengths, A, 2 (1 + az) where
A, is the undulator period, vy is the electron beam Lorentz
factor and a,, is the RMS undulator parameter.

Due to the on-axis speed difference between the elec-
trons and x-rays, there is a natural slippage between the
electrons and x-rays (slippage effect). While the electron
beam traveling through the undulator, the slippage effect
becomes stronger and stronger. This increasing slippage
I; between x-rays and electrons determines the cooperate-
interaction range of them and drives coherence spike de-
velopment. Hence, within cooperate-interaction range, the
x-ray and electrons should have a strong correlation [17].
Since these coherence spikes are all evolved from shot noise,
x-rays and electrons in different coherence spikes should not
have clear correlation. Now, it is clear that the coherence
time of the FEL pulse is determined by the length of the
temporal coherence spike.

By employing a phase shifter to control the delay between
the microbunched electrons and the x-rays, we can control
the correlation between them. Then, additional undulators
after the phase shifter, about one FEL gain length, can be
used to convert the correlation to x-ray pulse energy, which
can be measured by gas detector (shot to shot FEL pulse
energy measurement element [18]). It can be expected that,
the pulse energy should oscillate corresponding to the delay
with an decaying oscillation amplitude. The pulse energy
oscillation comes from the phase mismatch between the mi-
crobunched electrons and x-rays in the scale of x-ray wave-
length, similar to two-wave interference. And the decaying
amplitude comes from the shrinking correlation, in the scale
of coherence time. According to this, we can infer that there
is an oscillation amplitude diminishing point after which the
amplitude is negligible. This feature of SASE FEL can be
used to experimentally characterize the coherence time of
hard x-ray pulses.

This process can be described with the well-known one-
dimensional model analytically. Following the method in
Ref. [19], universally scaled collective variables are induced
to describe the FEL dynamics. The normalized radiation
field is defined as A = E/(4nmc*ypn.)'/* where E is the
radiation field, m is the electron mass, c is the speed of light,
n, is the electron beam density and p = (a,w)/ dck, )3 |y
is the Pierce parameter, with w, = (4me*n, /m)'/?, the
plasma frequency and k, = 2n/A4,, the undulator wave
number. And the bunching factor can be defined as B =
N% Zrl e71%, where 0; = (k, + k;)z — ckyt; is the pon-
deromotive phase k, is the radiation wave number, z is the
coordinate along the undulator axis, f; is time and N, is
the number of electrons within one radiation wavelength
A,. Considering the part before the phase shifter, it is a
typical high-gain SASE FEL process. Since we mainly care
about the phase relationship between the radiation and mi-
crobunching in the time domain, the steady state model in
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the following is good enough to describe the FEL dynamics,
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where the normalized coordinate variables is introduced,
z = z/lg, with [, = A, /4np, the gain length. Since the
SASE FEL starts from shot noise, only the noisy bunching
factor is considered as the initial condition, which means
only B(0,¢) # 0.

For the part of phase shifter, we only consider the delay
effect rather than the phase space sketch induced by the Rsg
of the phase shifter, which is quite small compared with the
radiation wavelength due to small electron beam modulation
and Rsg. If we note the radiation field and bunching factor
at the end of the undulator, also the phase shifter entrance,
as Ay(zp,t) and By(zp, ), where Z, is the position of phase
shifter, the radiation field and bunching factor at the end of
the phase shifter would be A4(zp, ) and By(zp,t + At) re-
spectively, where At is the delay induce by the phase shifter.
Here, we suppose the phase shifter length is neglectable.
For the after-delay part, we use a short radiator to convert
the correlation between the microbunched electron beam
and the x-ray to pulse energy. We can regard the process in
the after-delay part as coherent emission, since the radiator
length is not sufficient long for high-gain effects. During
coherent emission, the electron beam bunching factor can
be regarded as a constant and the radiation field keeps in-
creasing. Namely, only the first equation in Eq. (1) is valid
with the bunching term as a constant. In this way, we get the
radiation field A.(Z,¢) at the end of the radiator as,

Ac(z, 1) = As(zp’t) + Bs(zp»t +An)(z - zp) 2

It is a good approximation that the SASE radiation field
at the entrance of the phase shifter is a superposition of
a bunch of Gaussian-envelop plane waves with different
random relative phases, and intensity centers and similar
variances which can be expressed as

(t-1))?

n
As(Zp,1) = ZAje dof lwitd;))
=

3)

Based on Eq. (3) and Eq. (2), the variance of the pulse

energy can be obtained by,
2

(W = W) =4z (ZW i @)

where m is a small integer. Hence, by calculating the vari-
ance of the pulse energy in several wavelengths, we can
obtain the value of o by Gaussian fitting. According to the
definition of coherence time by first-order time correlation

function,
0 <A(AL(t+T) >

o V<IANP >< [Ac(t + 1) >
~ Vire,
the coherence time of the x-ray pulse can be resolved.
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Figure 2: Experimental results of hard x-ray SASE FEL coherence time measurement at LCLS: a) Pulse energy versus

g delay, in which the black line is the average pulse energy for each delay and the grey points represent for single-shot pulse
Z energy. b) Moving variance with respect to delay, where blue points are obtained by Eq. (4) in Method and the red line is
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Z the fitting curve.
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2 EXPERIMENT value of o, in which C is used to get rid of unexpected
3 We experimentallv carry out the experiment fo measure experimental noise. The blue line in Fig. 2(b) shows the de-
g P . y y P . caying oscillation amplitude and the red line is the Gaussian-
' the coherence time of hard x-ray pulses at Linac Coherent
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like fitting curve. According to the fitting results, the o7 is
49.05 attoseconds and the corresponding coherence time is
174.7 attoseconds (see Method, Eq. (5)).

-ﬁ Light Source with the method we propose above. The ex-
& perimental setup is based on the normal LCLS SASE FEL
2 configuration [20]. The hard x-ray self-seeding chicane is
< employed as the phase shifter. And the gas detector is used to CONCLUSION
2 record the x-ray pulse energy [18]. By distorting the electron
& beam orbit with quadroples, we can control the after-delay
%FEL interaction length to maximize the contrast of the pulse
% energy oscillation. Hysteresis-loop of magnets has also been
.2 carefully considered. Due to the accuracy of the driving cur-
< rent for the magnetic field of chicane, the step size of the
> delay scan is set to 0.875 attosecond and the total scan range
© is set to 520 attoseconds according to the coherence time
% estimation based on analytical works [21]. And to avoid
f the stochastic effects in the experiment as much as possible,
2 we record 25 shots of FEL pulses for each delay and use
g the average value of effective shots to represent the pulse
é energy for corresponding delay. The photon energy is tuned
i to be 6.92 keV, the corresponding electron beam energy is
2 12.48 GeV and the current is around 3500 A.

In conclusion, we first directly in time domain measure the
coherence time of ultra-fast hard x-ray pulses with a concep-
tually new approach we proposed. The method itself fills the
vacancy of coherence time characterization in time domain
in the spectrum of hard x-ray for FELs. Looking forward, the
pre-knowledge of coherence time of the x-ray pulse would
potentially benefit experiments working on ultra-fast dynam-
ics, structure imaging and spectrum phase reconstruction.
It should be noted that the measured temporal coherence
length is an average result of thousands of FEL shots. It
shows the overall longitudinal property of radiation beam

The method itself making use of FEL physics, which means
it be can be applied to any high-gain FEL regime, like high
repetition facilities [22], ultra-fast FEL [23].
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g The measured pulse energy versus delay is shown in
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based on the current FEL setup rather than a single shot. °

This is a preprint — the final version is published with IOP



the final version is published with IOP

This is a preprint

10th Int. Particle Accelerator Conf.

ISBN: 978-3-95450-208-0

(1]

(2]

(3]

[4

—_

(51

(6]

(71

(8]

[91

(10]

[11]

REFERENCES

P. Emma et al., “First lasing and operation of an angstrom-
wavelength free-electron laser,” Nature Photonics, vol. 4,

p- 641, 2010, 1ssn: 1749-4893. por: 10 . 1038 /nphoton.

2010.176.

T. Ishikawa et al., “A compact x-ray free-electron laser emit-
ting in the sub-angstrom region,” Nature Photonics, vol. 6,
540 EP -, Jun. 2012. https://doi .org/10. 1038/
nphoton.2012.141

H.-S. Kang et al., “Hard x-ray free-electron laser with
femtosecond-scale timing jitter,” Nature Photonics, vol. 11,
no. 11, pp. 708713, 2017, 1ssN: 1749-4893. por: 16.1038/
s41566-017-0029-8. https://doi.org/10.1038/
s41566-017-0029-8

M. Altarelli, “The european x-ray free-electron laser facility
in hamburg,” Nuclear Instruments and Methods in Physics
Research Section B: Beam Interactions with Materials and
Atoms, vol. 269, no. 24, pp. 2845-2849, 2011, Proceedings of
the 10th European Conference on Accelerators in Applied Re-
search and Technology (ECAART10), 1ssn: 0168-583X. por:
https://doi.org/10.1016/j.nimb.2011.04.034.
http://www.sciencedirect.com/science/article/
pii/S0168583X11003855

C.J. Milne et al., “Swissfel: The swiss x-ray free electron
laser,” Applied Sciences, vol. 7, no. 7, 2017, 1ssn: 2076-
3417. por: 10.3390/app7070720. http://www.mdpi .
com/2076-3417/7/7/720

L. Young et al., “Femtosecond electronic response of atoms
to ultra-intense x-rays,” Nature, vol. 466, 56 EP -, Jul. 2010,
Article. https://doi.org/10.1038/nature09177

W. Zhang et al., “Tracking excited-state charge and spin dy-
namics in iron coordination complexes,” Nature, vol. 509,
345 EP -, May 2014. https://doi.org/10. 1038/
naturel3252

M. M. Seibert et al., “Single mimivirus particles intercepted
and imaged with an x-ray laser,” Nature, vol. 470, 78 EP -,
Feb. 2011. https://doi.org/10.1038/nature09748
D. Milathianaki et al., “Femtosecond visualization
of lattice dynamics in shock-compressed matter,”
Science, vol. 342, no. 6155, pp. 220-223, 2013,
1ssN: 0036-8075. por: 10 . 1126 / science . 1239566.
http://science.sciencemag.org/content/342/6155/220.full.pdf.
http://science. sciencemag . org/content /342 /
6155/220

N. Hartmann et al., “Attosecond time-energy structure of
x-ray free-electron laser pulses,” Nature Photonics, vol. 12,
no. 4, pp. 215-220, 2018, 1ss~: 1749-4893. por: 10.1038/
s41566-018-0107-6. https://doi.org/10.1038/
s41566-018-0107-6

S. Eisebitt et al., “Lensless imaging of magnetic nanostruc-
tures by x-ray spectro-holography,” Nature, vol. 432, 885 EP
-, Dec. 2004. https://doi.org/10.1038/nature03139

MC2: Photon Sources and Electron Accelerators

A06 Free Electron Lasers

IPAC2019, Melbourne, Australia

[12]

(13]

[14]

(15]

[16]

[17]

(18]

(19]

(20]

(21]

(22]

(23]

JACoW Publishing
doi:10.18429/JACoW-IPAC2019-TUPRB062

G. Marcus, G. Penn, and A. A. Zholents, “Free-electron laser
design for four-wave mixing experiments with soft-x-ray
pulses,” Phys. Rev. Lett., vol. 113, p. 024 801, 2 Jul. 2014. por:

10.1103/PhysRevLett.113.024801. https://link.

aps.org/doi/10.1103/PhysRevLett.113.024801

S. Roling et al., “Temporal and spatial coherence proper-
ties of free-electron-laser pulses in the extreme ultraviolet
regime,” Phys. Rev. ST Accel. Beams, vol. 14, p. 080701,

8 Aug. 2011. por: 10.1103 /PhysRevSTAB. 14.080701.
https://link.aps.org/doi/10.1103/PhysRevSTAB.

14.080701

R. Mitzner et al., “Spatio-temporal coherence of free electron
laser pulses in the soft x-ray regime,” Opt. Express, vol. 16,
no. 24, pp. 19909-19 919, Nov. 2008. por: 10.1364/0E. 16.
019909. http://www.opticsexpress.org/abstract.
cfm?URI=0e-16-24-19909

V. K. G. Geloni and E. Saldin, “Ultrafast x-ray pulse mea-
surement method,” Report No. DESY 10-008, 2010.

Y. Ding et al., “Femtosecond x-ray pulse characterization
in free-electron lasers using a cross-correlation technique,”
Phys. Rev. Lett., vol. 109, p. 254802, 25 Dec. 2012. por:
10.1103/PhysRevLett. 109.254802. https://link.
aps.org/doi/10.1103/PhysRevLett.109.254802

R. Bonifacio, L. De Salvo, P. Pierini, N. Piovella, and C.
Pellegrini, “Spectrum, temporal structure, and fluctuations
in a high-gain free-electron laser starting from noise,” Phys.
Rev. Lett., vol. 73, pp. 70-73, 1 Jul. 1994. por: 10.1103/
PhysRevLett.73.70. https://link.aps.org/doi/
10.1103/PhysRevLett.73.70

Y. Feng et al., “A single-shot intensity-position monitor for
hard x-ray fel sources,” Proc.SPIE, vol. 8140, pp. 8140 -
8140 -6, 2011. por: 10.1117/12.893740. https://doi.
org/10.1117/12.893740

R. Bonifacio, C. Pellegrini, and L. Narducci, “Collective
instabilities and high-gain regime in a free electron laser,”
Optics Communications, vol. 50, no. 6, pp. 373-378, 1984,
1ssN: 0030-4018. por: https://doi.org/10.1016/0030-
4018(84)90105-6. http://www.sciencedirect.com/
science/article/pii/0030401884901056

C. Bostedt et al., “Linac coherent light source: The first five
years,” Rev. Mod. Phys., vol. 88, p. 015007, 1 Mar. 2016.
por: 10.1103/RevModPhys.88.015007. https://link.
aps.org/doi/10.1103/RevModPhys.88.015007

E. L. Saldin, E. A. Schneidmiller, and M. V. Yurkov, The
physics of free electron lasers. Springer, 2011.

P. Emma et al., “Linear accelerator design for the LCLS-II
FEL facility,” Proc. of 36th Int. Free-Electron Laser Conf.,
Basel, 2014.

A. Marinelli, “Towards Attosecond Science at LCLS and
LCLS-IL,” (Vancouver, BC, Canada), presented at IPAC2018
in Vancouver, BC, Canada, unpublished, Geneva, Switzer-
land, Jun. 2018.

TUPRB062
1823

©= Content from this work may be used under the terms of the CC BY 3.0 licence (© 2019). Any distribution of this work must maintain attribution to the author(s), title of the work, publisher, and DOI

©



