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An intensity autocorrelation measurement is demonstrated to characterize a pulse duration of 9-keV x-ray
free-electron laser (XFEL) pulses from a split-delay optical (SDO) system with four-bounce silicon 220
reflections in each branch. XFEL pulse replicas with variable time delays are generated by the SDO system
itself. High intensity of >2 × 1016 W/cm2 achieved in a self-seeding operation and careful data analysis allow
the measurement with direct two-photon absorption. The autocorrelation trace gave a duration of 7.6 ± 0.8 fs
in full width at half maximum for a Gaussian assumption. Furthermore, the trace shows good agreement with a
simulation of the XFEL pulse shape propagating through the SDO system, irrespective of spectral chirps in the
original XFEL pulses. Our results open the door toward direct temporal characterization of narrowband XFELs at
the hard x-ray regime, such as self-seeded and future cavity-based XFELs, and indicate a solid way for temporal
tailoring of ultrafast x-ray pulses with perfect crystals.

DOI: 10.1103/PhysRevResearch.4.L012035

I. INTRODUCTION

Hard x-ray free-electron lasers (XFELs) [1–5] generated
in the self-amplified spontaneous emission (SASE) scheme
[6] with remarkable optical properties have opened up unique
opportunities in various scientific fields, such as pump-probe
studies of atomic-scale photoinduced dynamics in matter on
femtosecond timescales [7,8] and observation or application
of nonlinear optical processes in the hard x-ray regime [9,10].
The pulse duration as well as temporal profile of XFEL pulses
is essential information for extracting accurate physical quan-
tities, e.g., frequencies and lifetimes of dynamic processes and
efficiencies of nonlinear x-ray–matter interactions.

To characterize the pulse duration of ultrafast optical lasers,
intensity autocorrelation [11] is the most classical and popular
technique from the infrared to extreme ultraviolet spectral
regimes [12]. In this scheme, two pulse replicas with variable
time delays generated in a split-delay optical (SDO) system
are mixed on a nonlinear medium. Then the nonlinearity of,
for example, second-harmonic generation (SHG) [13] or two-
photon absorption (TPA) [14] is measured as a function of the
time delay τ . The trace directly relates to the temporal auto-
correlation function of the laser pulse �I(t)I(t − τ )dt , giving
an estimate of the pulse duration. This technique covers a
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broad range of timescales below subnanoseconds, which is in-
accessible by fast diodes. The time resolution is, in principle,
defined as the lifetime of intermediate states in the nonlinear
process, which is typically a few femtoseconds at the visi-
ble regime (Eω ∼ 1 eV where Eω is the photon energy) and
shorter at higher photon energies. Furthermore, the technique
has been extended to the so-called frequency-resolved optical
gating (FROG) [15], which is a full temporal characterization
method capturing spectrograms of nonlinear signals.

For the hard x-ray regime, however, intensity autocorre-
lation has not been realized because of the extremely low
efficiencies in nonlinear optical processes and the lack of
SDO systems. For the former, x-ray nonlinear processes have
been reported with a tightly focused XFEL at an extreme
intensity of 1018 to 1020 W/cm2 [9,10,16–19]. Remarkable
efforts in establishing experimental setups and data analyses
have made it possible to observe x-ray SHG [20] and TPA
[21] at a moderate intensity of <1017 W/cm2 by accumulating
a large number of shots to compensate for the low signal
rates (∼10–3 counts/shot). Still, a threshold in intensity is
set at ∼1016 W/cm2 for practical observations. For the lat-
ter, x-ray SDO systems with silicon (Si) 220 reflection have
been made available recently [22–24], implemented mainly
for unveiling atomic-scale fluctuation in disordered systems
at subpicosecond to nanosecond timescales [25,26]. However,
intensity autocorrelation has not been achieved yet, due to
the following bottlenecks. First is a relative bandwidth of
current SDO systems �E/Eω ∼ 5.6 × 10–5, which is much
narrower than that of SASE XFELs (�E/Eω ∼ 3 × 10–3 to
5 × 10–3). The unmatched bandwidth leads to a considerable
loss of x-ray flux through the SDO system. Second is the
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FIG. 1. Schematic illustration of the setup (not scaled). See text for details.

difficulty in combining an SDO system with a nanofocus-
ing one often used in the study of nonlinear x-ray processes
because extraordinary stability is required on both systems.
These facts have limited intensity of split XFEL pulses to,
typically, ∼1015 W/cm2 that is far from the threshold.

So far, pulse durations of XFELs have been indirectly
estimated from the following information: fine structures in
XFEL spectra [27,28], number of longitudinal modes [29],
electron bunch profiles [30,31], and degree of longitudinal co-
herence of fluorescent x rays [32]. However, these approaches
entail nontrivial assumptions of the temporal shape or pa-
rameters in FEL simulations. Although angular streaking of
photoelectrons [33] is a direct and model-free technique, it is
available only �2 keV in the soft x-ray regime because of the
low photo-absorption coefficients of target gasses for hard x
rays.

In this paper, we report an intensity autocorrelation mea-
surement for 9-keV XFELs with the help of a self-seeding
amplification [34,35], which enhances the intensity of split
XFEL pulses from a Si(220) SDO system by a factor >5 and
achieves the threshold intensity at a micrometer-scale focal
size. We apply TPA for the nonlinear process. An advantage of
TPA against SHG is that any phase-matching conditions with
severe alignment for the nonlinear medium are not required.
An autocorrelation trace clearly presents a peak around τ =
0 fs. The trace gives a pulse duration of 7.6 ± 0.8 fs in full
width at half maximum (FWHM) for a Gaussian assumption
and shows good agreement with a simulated temporal shape
of the XFEL pulse after the SDO system.

II. EXPERIMENTAL SETUP

Figure 1 shows a schematic layout of the experimental
setup. Split XFEL pulses from an SDO system are focused
to a micrometer spot and spatially merged collinearly on a
nonlinear medium for TPA. In the TPA process, a K-shell
electron with a binding energy of <2Eω and >Eω is excited
by absorbing two photons across a virtual intermediate state
with a typical lifetime of <1 as. Then the core hole is filled
by outer-shell electrons while emitting fluorescent x rays as
nonlinear signals. The signals are collected through a spec-
trometer placed at 90° in the polarization plane of the XFEL
to suppress the detection of elastically scattered photons from
the medium. At a low signal rate in this paper, it is necessary to
reject high-order harmonic radiation of XFEL because it can
create background signals through a one-photon absorption
(OPA) process.

The experiment was performed at BL3 of SPring-8
Angstrom Compact free-electron LAser (SACLA) [36] op-
erated at a repetition rate of 60 Hz. A brilliant 9-keV
XFEL pulse was generated in a reflection self-seeding scheme
[35,37] and split into two pulses by a Si(220) SDO system
operating in a wavefront division mode [42]. The SDO sys-
tem provides a broad range of time delays up to ∼200 ps
with subfemtosecond accuracy. The split pulses were fo-
cused to 1.0 (horizontal) × 0.6 (vertical) μm2 in FWHM by
Kirkpatrick-Baez mirrors [44]. Shot-to-shot pulse energies of
the two branches (I1 and I2) and the sum of them (Isum =
I1 + I2) were measured with noninvasive beam monitors im-
plemented in the SDO system and the beamline, respectively
[37]. We used a 20-μm-thick zirconium (Zr) foil as the TPA
medium with a K-shell binding energy of 18 keV. The foil was
tilted 30◦ from the normal incidence and scanned to illuminate
fresh area for every shot. The TPA signal, Zr Kα fluorescence
at 16 keV in this experiment, was measured by a multi-port
charge-coupled device (MPCCD) [45], which covered a solid
angle of 1.0 × 10–2 sr with an energy resolution of 0.2 keV
root-mean-square (rms). A 75-μm Zr filter was placed in front
of the MPCCD to reduce elastic scattering of 9-keV photons
with transmittance of 0.9%, while it was 37% for the TPA sig-
nal. A two-bounce total reflection mirror with a cutoff energy
of 15 keV and a Si(111) double channel-cut monochromator
(DCCM) [46] were utilized to reduce the harmonic radiation.
In addition, as complementary information of temporal prop-
erties, shot-to-shot spectra of the split beams were measured
by a dispersive spectrometer [27] with a Si(553) flat-crystal
analyzer of which energy range and resolution were ∼5 eV
and 40 meV/pixel, respectively.

III. DATA ANALYSIS

Before data analysis, influence of unbalanced intensities
of the split beams is estimated because the intensity ratio
between the subpulses is highly sensitive to the pointing of the
incoming XFEL pulse in the wavefront division mode [42].
By assuming an identical temporal shape for the subpulses and
neglecting interfering terms, the delay-time dependent TPA
intensity ITPA(τ ) may be written by

ITPA(τ ) ∝ I2
1 + I2

2 + 4g2(τ )
∫

I1(t )I2(t )dt, (1)

where g2(τ ) is the normalized autocorrelation function de-
fined as

g2(τ ) =
∫

Isplit (t )Isplit (t − τ )dt∫
Isplit (t )Isplit (t )dt

. (2)
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Here, Isplit (t ) denotes either I1(t ) or I2(t ). Introducing a
normalized difference of the pulse energy R = (I1 − I2)/Isum,
we finally obtain

ITPA(τ ) ∝ [1 + 2g2(τ )] + [1 − 2g2(τ )]R2

3
I2
sum. (3)

At R = 0, ITPA(τ ) corresponds to the ideal autocorrelation
trace with a peak-to-base (PB) ratio of 3. In contrast, the PB
ratio decreases as |R| increases, expressed by PB ratio = (3 −
R2)/(1 + R2). In the following data analysis, we only utilized
selected shots with |R| < 0.3 to reduce the deviation of TPA
intensity from that at R = 0 while keeping sufficient statistics.
A mean value of |R| was 0.14 over the selected shots, which
provides small deviations of 0.7 and 2% for the peak and base
values, respectively.

Next, we differentiate the TPA signal from the background,
which was mainly composed of cosmic rays, elastic scattering
of 9-keV photons, and fluorescence generated by high-order
harmonic radiation through OPA, as the following procedures.
First, MPCCD data were analyzed by a droplet algorithm
[37,47], in which analog-to-digital readouts of neighboring
pixels with that above a threshold were summed up, and
then the readout of a single droplet, which is a cluster of
summed pixels, was converted to the photon energy. Through
the droplet analysis, cosmic rays were well extracted be-
cause they create wider droplets with much higher photon
energies than the TPA signal. Figure 2(a) represents con-
verted spectra, which show three peaks at (E) 9 keV, (F) 16
keV, and (P) 18 keV. The peak (E) corresponds to elastic
scattering of 9-keV photons and the peak (F) Zr Kα1 and
Kα2 fluorescence at 15.775 and 15.691 keV, respectively.
The peak (P) may contain pileup of two 9-keV photons
detected in a single droplet and weak Kβ fluorescence at
17.668 keV.

Since Kα fluorescence generated by the high-order
harmonics cannot be differentiated from the TPA signal
through the droplet analysis, the harmonics were reduced to
∼1.0 photon shot−1 μJ−1 in this paper. Note that the third
harmonic mainly contributed, while the others were negli-
gibly small. Residual harmonic radiation can still generate
Kα fluorescence of 4.7 × 10−5 counts shot−1 μJ−1, which was
sufficiently smaller than that of a measured signal rate, as
shown in Fig. 2(b). Elastically scattered harmonic photons
could also generate Kα fluorescence from the filter located
in front of the MPCCD, whereas the rate was estimated to be
<1 × 10−8 counts shot−1 μJ−1.

IV. RESULTS AND DISCUSSION

A. Autocorrelation trace

The pulse-energy dependence of Kα yield, collected over a
photon energy range from 14.74 to 16.68 keV, was analyzed at
various time delays [Fig. 2(b)]. At each delay, >0.4 M shots
were accumulated, and ∼40% of the total shots fell in Isum

ranging from 2.5 to 8.5 μJ (∼2 × 1016 to 8 × 1016 W/cm2)
were utilized [37]. This limitation eliminated misfires of the
self-seeding amplification [Fig. 3(e)] of which spatiotemporal
profiles at the sample were possibly deformed. Each curve
of Kα yield was fitted by a quadratic function described by
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FIG. 2. (a) Converted spectra for 6.5 μJ < Isum < 8.5 μJ. The
peak (E) at 9 keV is over the range. (b) Pulse-energy dependence
of Kα yields. Each plot is separated from the others by adding a
vertical offset. Error bar represents the statistical error. Solid line is
the fitted quadratic function at each delay. (c) Delay-time dependence
of the nonlinearity of two-photon absorption (TPA; circle), which
is normalized by the base value of the fitted Gaussian. The triangle
point represents the nonlinearity measured with spatially separated
beams. Error bar is the fitting error. Dashed and solid lines show the
fitted Gaussian and the autocorrelation function of a simulated pulse
shape (shown in Fig. 4), respectively.

y = ax2 + bx. The quadratic and linear terms are contributed
to TPA by the fundamental and OPA by the harmonics, respec-
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FIG. 3. Examples of single-shot spectra of (a) the split pulses and
(b)–(e) the original self-seeded XFEL pulses in a 4-eV range. Vertical
and horizontal axes represent the photon energy and spatial position
along the horizontal direction, respectively. Scale bar denotes 1 eV.
Dashed line shows the spectral range of 0.5 eV reflected by the
split-delay optical (SDO) system. The self-seeding amplification was
successful for (b)–(d) but misfired for (e).
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tively. Here, b was fixed to 4.7 × 10−5 counts shot−1 μJ−1,
which was expected from the number of residual harmonics,
as described before.

The nonlinearity of TPA a is plotted as a function of τ

in Fig. 2(c) (circle). The plot displays a peak around τ =
0 fs and almost constant base at |τ | > 20 fs. The validity of
the base value was confirmed from the fact that a similar
value was obtained with split beams intentionally separated
in space (triangle), which is analogous to the temporal sep-
aration (τ = ∞) and insensitive to pointing fluctuation. The
dashed line in Fig. 2(c) represents the best fit of a Gaus-
sian. The PB ratio is 2.3, whereas the ideal value is 3. This
discrepancy was mainly attributed to the spatial mismatch
between the two beams due to the relative pointing fluctuation
of ∼0.1 μm rms and the slow drift of ∼0.2 μm/h. Note that
the SDO system was adjusted at every time delay to correct
the drift. By assuming a Gaussian profile, the FWHM duration
is estimated to be 7.6 ± 0.8 fs, which compares the value of
6–7 fs reported for a self-seeded beam propagating through
a Si(111) monochromator [48]. The small discrepancy could
originate in the difference in bandwidth between the Si 111
and 220 reflections, as discussed later.

B. Temporal deformation through Bragg diffraction

Here, we discuss the influence of the monochromatization
by the crystal optics employed in the Si(111) DCCM and the
SDO system. In general, the pulse duration could be widened
by the monochromatization, following the Fourier-transform
relationship between time and frequency. However, if the in-
cident pulse is highly chirped and its duration is much longer
than the Fourier-limited one, the pulse duration might be
shortened because only a part of temporal components in the
incident wave satisfies the Bragg condition. We investigate
these effects by a numerical simulation based on a Fourier-
transform analysis. A temporal shape of x rays reflected by
the crystal optics may be expressed by [43]

Iout (t ) =
∣∣∣∣
∫

Ein(ω)R4
111(ω)R4

220(ω) exp (iωt )dω

∣∣∣∣
2

, (4)

where Ein(ω) is the slowly varying complex amplitude in
the frequency domain of the input wave that corresponds
to the original XFEL pulse and R4

111(ω) [R4
220(ω)] complex

amplitude ratio for the Bragg diffraction in the DCCM (SDO
system). Since we can regard that all the crystals have perfect
crystallinity [40,46], we applied theoretical curves calculated
with dynamical theory of x-ray diffraction [49] to R111(ω) and
R220(ω). In fact, the spectrum of the split beam [Fig. 3(a)] was
in good agreement with the theoretical one.

Regarding Ein(ω), the amplitude was measured by retract-
ing the DCCM and SDO system [Figs. 3(b)–3(e)], although
the phase was lost. Thus, only the phase of Ein(ω) is the
unknown parameter to simulate Iout (t ). One of remarkable fea-
tures on the measured spectra is that the seeded part contained
a single spike of 1.0–1.8 eV in FWHM, which is wider than
that of the seeding source of 0.5 eV from a Si(220) monochro-
mator. This spectral broadening may have occurred during the
amplification process by energy chirps in the electron bunches
[35]. Therefore, it is reasonable that the pulse duration of
the input beam was longer than the Fourier-limited one of
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FIG. 4. Simulated x-ray free-electron laser (XFEL) pulse shapes
Iout (t ). Black line represents the average over 500 simulated shapes
(gray). Each shape is normalized by the peak value. The full width at
half maximum (FWHM) duration of the main peak distributed from
7.2 to 7.8 fs in the simulation.

1.8 fs for 1-eV bandwidth, due to spectral chirps in Ein(ω).
For performing the simulation, we assumed Ein(ω) with the
following constraints: (1) the FWHM bandwidth is 1.0–1.8 eV
as measured, and (2) the temporal shape is expressed by a
Gaussian with an FWHM of 6 fs as reported previously [31].
We created 500 datasets for Ein(ω) while satisfying the above
constraints and simulated Iout (t ) [37]. The black line in Fig. 4
represents Iout (t ) averaged over the 500 shots. The profile
Iout (t ) with a 7.4-fs peak and an oscillatory tail after the main
peak is consistent with the impulse response where Ein(ω) has
infinite bandwidth on a constant phase. The tail is attributed
to multiple diffraction in the perfect crystals [43]. Note that
single-shot shapes (gray) are like each other, irrespective of
the phase of Ein(ω), indicating that the output shape is mainly
determined by R220(ω). Therefore, this simulation provides
a realistic temporal shape of the split XFEL pulses, which
is supported by the autocorrelation trace shown in Fig. 2(c).
Furthermore, this is the first experimental observation of the
temporal deformation through Bragg diffraction, leading to a
solid way for temporal tailoring of fluctuating x-ray pulses
with perfect crystals. In contrast, this characteristic also de-
notes that the time resolution of this technique is set by the
impulse response of the SDO system in addition to the lifetime
of the intermediate state. To characterize XFELs with a short
pulse duration, one needs to employ an SDO system with
a wider bandwidth than that of the target pulse. Thus, it is
needed to exploit total-reflection or multilayer-coated mirrors
[50] with a relative bandwidth of, typically, >1% for SASE
and attosecond XFELs [51]. It should, however, be noted that
the current system could work well for future cavity-based
XFELs with a bandwidth of the order of 10 meV [52,53] that
is much narrower than the Si(220) bandwidth.

C. Future improvements of TPA intensity
autocorrelation method

Next, we discuss future improvements. One of drawbacks
of this paper is the long data collection time (>37 h for accu-
mulating ∼8 M shots at the repetition rate of 60 Hz). Since
the TPA cross-section may scale as Z–6 [18], where Z is the

L012035-4
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nuclear charge, the signal rate can be increased by using low-Z
materials as the TPA medium. For example, the cross-section
of zinc (Z = 30 with a K-shell binding energy of 9.7 keV) is
estimated to be 5 times higher than that of Zr (Z = 40) used in
this paper, although it could impose the use of a sophisticated
spectrometer with a higher energy resolution than MPCCD,
e.g., a spherically bent crystal spectrometer operating in the
Johann [54] or Johansson [55] geometries and a superconduct-
ing transition-edge sensor [56]. In addition, recent advances
in x-ray focusing systems with high stability [57] will allow
for the combinative use of nanofocusing optics and an SDO
system, which enhances intensity by a factor >100. Increasing
the repetition rate of the XFEL source is also straightfor-
ward to reduce the data collection time. High-repetition-rate
XFEL facilities being available recently, such as the European
XFEL, enable a similar measurement within a few minutes,
whereas one needs to manage the high heat load on optics
up to 1 kW and to implement an ultrafast sample delivery
system (>20 m/s for >20-μm separation at a repetition rate
of 1 MHz).

D. Possibilities of advanced autocorrelation techniques

Finally, we discuss the possibilities of advanced auto-
correlation techniques, such as single-shot, background-free,
and/or model-free full-temporal characterization. Although
the intensity autocorrelation technique can be extended to
the well-established single-shot metrology where the delay
information is encoded in space [58], it requires at least
5 or 6 orders of magnitude higher count rates than that
obtained in this paper, i.e., >102–103 counts/shot. Such a
count rate is still challenging even with the improvements
mentioned above and needs to seek much more efficient
nonlinear processes than TPA. The two other techniques are
based on a phase-sensitive nonlinear process, such as SHG.
Although the narrow phase-matching condition at the hard
x-ray regime [20] makes the measurement challenging, it may
allow for the elimination of background signals generated
from the individual pulse replicas at a crossing geometry

with a small crossing angle of submilliradians, reducing the
uncertainty of the autocorrelation trace at the tail specifically.
The background-free SHG intensity autocorrelation technique
can be extended to the FROG method by implementing a
high-resolution spectrometer into the path of the SHG sig-
nal, leading to a model-free full-temporal characterization of
XFEL pulses.

V. CONCLUSIONS

In conclusion, we succeeded in the hard x-ray intensity au-
tocorrelation measurement with TPA in Zr, using the Si(220)
SDO system combined with the reflection self-seeding op-
eration. The autocorrelation trace gave the pulse duration
of 7.6 ± 0.8 fs in FWHM for a Gaussian assumption. The
temporal shape of the split XFEL pulses with a sharp peak
(7.4 fs in FWHM) and oscillatory tail was presented through
the numerical simulation, which was consistent with the ex-
perimental result. The simulation indicated that the temporal
shape was mainly determined by the Bragg diffraction in the
crystal optics employed in this paper, irrespective of the chirp
in the original XFEL pulse with a wide spectral spike width
of >1 eV. In this paper, we provide an important benchmark
for a broad range of future developments, such as temporal
tailoring of fluctuating x-ray pulses and background-free and
full-temporal characterization of XFEL pulses with a pulse
duration ranging from 10 as to 100 ps, covering SASE, at-
tosecond, and cavity-based XFELs.
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