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The structure of liquid carbon elucidated by 
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Carbon has a central role in biology and organic chemistry, and its solid allotropes 

provide the basis of much of our modern technology1. However, the liquid form  

of carbon remains nearly uncharted2, and the structure of liquid carbon and most  

of its physical properties are essentially unknown3. But liquid carbon is relevant  

for modelling planetary interiors4,5 and the atmospheres of white dwarfs6, as an 

intermediate state for the synthesis of advanced carbon materials7,8, inertial 

confinement fusion implosions9, hypervelocity impact events on carbon materials10 

and our general understanding of structured fluids at extreme conditions11. Here we 

present a precise structure measurement of liquid carbon at pressures of around  

1 million atmospheres obtained by in situ X-ray diffraction at an X-ray free-electron 

laser. Our results show a complex fluid with transient bonding and approximately four 

nearest neighbours on average, in agreement with quantum molecular dynamics 

simulations. The obtained data substantiate the understanding of the liquid state of 

one of the most abundant elements in the universe and can test models of the melting 

line. The demonstrated experimental abilities open the path to performing similar 

studies of the structure of liquids composed of light elements at extreme conditions.

Liquid carbon is difficult to produce in the laboratory3,12. It requires 
temperatures exceeding 4,000 K and pressures of at least several mega-
pascals. In nature, these conditions are present in the interior of large 
planets such as the ice giants of our solar system, Uranus and Neptune, 
in which liquid carbon may contribute to the unusual magnetic fields 
of these planets4,13. Moreover, the equation of state of carbon is of sub-
stantial importance to estimate the composition of exoplanets from 
their observed mass and radius, in particular, for the highly abundant 
class of sub-Neptunes5. For technology applications, liquid carbon is an 
important transient state for the synthesis of several advanced carbon 
materials, such as carbon nanotubes7, nanodiamonds8,14 and Q-carbon15. 

Liquid carbon may also be key for the synthesis of the BC-8 phase of 
carbon, which has been predicted for decades at pressures beyond 
diamond stability16,17 but could not be realized experimentally so far 
despite extensive efforts18. At the same time, carbon is used in inertial 
confinement fusion experiments as an ablator material surrounding 
the deuterium–tritium fuel19. The experimental design that achieved 
an ignited fusion plasma at the National Ignition Facility20 relies on 
high-density carbon (diamond) that is subjected to shock compres-
sion just above melting in the initial phase of the implosion. This initial 
compression step is crucial for the subsequent fusion yield21, and a 
better microscopic understanding of liquid carbon under dynamic 
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simplistic models with higher coordination numbers, such as Lennard–
Jones, result in a first correlation peak between the two observed, and 
such a structure37 is inconsistent with our observation. Calculating the 
Fourier transform of S(k) allows us to determine the radial distribution 
function g(r) and with that the first and second coordination numbers of 
the liquid carbon state. For the case of complete melting, Fig. 4a shows 
a range of experimental reconstructions with varying kcutoff (Methods). 
The span of results is in good agreement with the DFT-MD simulation 
that fits best to the corresponding XRD pattern. Again, a simple Len-
nard–Jones liquid does not match. Although the height and width of the 
first correlation peaks vary between the chosen cutoffs, the integrated 
area underneath the peaks and thus the extracted first and second coor-
dination numbers remain rather constant. This is reasonable because 
the structural information is encoded in the XRD pattern, in which 
simple liquids with high coordination numbers are incompatible. For 
complete melting, we find a first coordination number of 3.78 ± 0.15 
and a second coordination number of 17 ± 2, which is in agreement with 
several DFT-MD predictions of the bonded liquid27,46–48 and our DFT-MD 
simulations (first coordination number of 3.66 ± 0.05).

By fitting with DFT-MD, we also infer estimates for the temperature 
and the density of the state reached within the probed volume. For 
the cases with solid–liquid coexistence, we fit a combination of liquid 
structure and thermal diffuse scattering of diamond, which can also 
be obtained from DFT (Extended Data Fig. 4). Theoretical predictions 

expect the correlation peaks of S(k) to move to higher k with increas-
ing density and broaden for higher temperatures27 (Extended Data 
Fig. 3). Hence, we can provide experimental benchmarks for the 
melting temperature, the volume change from solid to liquid and 
the associated latent heat through the liquid structure at melting. The 
pressures extracted from the DFT-MD fits in Fig. 3 match with those 
obtained experimentally from VISAR and XRD reasonably well within 
the measurement uncertainty. Only for the highest pressure case, 
there is a small discrepancy, but still within the margins, because the 
uncertainties in temperature (±200 K) and density (±0.05 g cm−3) of 
the DFT-fit result in a pressure error of  around 8 GPa from the simula-
tions. In the following, we use the pressures inferred from VISAR and 
the density from XRD. At (106 ± 11) GPa, the positions of the crystalline 
diamond peaks result in a density of 3.91 g cm−3, whereas the den-
sity of the liquid is best matched by 3.62 g cm−3 with a temperature 
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Methods

Laser-driven shock compression and experimental pressure 

determination

The samples were subjected to shock compression using frequency- 
doubled pulses of the DiPOLE 100-X laser (515 nm wavelength) and 
a phase plate that produces a smoothed laser spot of approximately 
250 µm in diameter. XRD was recorded by two Varex 4343CT flat panel 
detectors. For more details on the experimental configuration and 
geometry, see ref. 43. Quasi-flattop pulses of 10 ns with 35 J maxi-
mum energy and 5 ns with 28 J maximum energy resulted in steady 
shock compression waves. The thickness of the samples was either 
60 µm or 92 µm. For each drive condition, we obtained a time series 
with intervals between different X-ray probe timings of 0.5–1 ns, 
and the data used for XRD fitting were within the last nanosecond 
before the shock release for the 6–10 ns of total transit time. We 
chose the timing before release to avoid the large density–pressure 
gradients afterwards. Signal from any remaining cold material can be 
accounted for by subtracting the ambient pattern that is recorded 
for each sample before the laser shot, with a scaling of the probe 
timing relative to the recorded shock release. When diamond peaks 
are present, the density of the crystallites can be determined with 
high precision and shows constant density within the measurement 
uncertainty of 0.01 g cm−3 as long as the shock propagates inside 
the sample (Extended Data Fig. 1). Thus, the assumption of a planar 
steady shock is reasonably justified (Extended Data Fig. 2). Once the 
shock releases on the sample rear side, the density of the diamond 
crystallites approaches ambient density after a few nanoseconds 
and reaches even lower values afterwards because of the residual 
high temperatures. The different time series do not show substantial 
effects of X-ray preheating, as the XRD features associated with the 
weak sp2 bonds diminish proportionally to the shock distance trav-
elled and are not markedly affected right after the impact of the drive 
laser. As glassy carbon is not transparent to optical light, the VISAR 
system can determine only shock transit times, and the assumption 
of a steady shock propagation provides the shock velocity. In situ 
XRD allows for determining density as long as diamond and/or liquid 
carbon are present. With the obtained density and shock velocity, 
the shock pressure PS can be determined by the Rankine–Hugoniot 
relations51:
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The uncertainties of the resulting pressures are dominated by 
the uncertainty of the shock velocity due to the quadratic scaling. 
For the lower pressure conditions, there is very good overlap with 
gas gun Hugoniot measurements on glassy (vitreous) carbon up 
to 85 GPa (ref. 52; Extended Data Table 1 and Extended Data Fig. 1). 
For higher pressures, there are no existing Hugoniot data in the  
literature.

Liquid diffraction analysis

The total scattered X-ray intensity I(k) in our XRD patterns, which are 
corrected for transmission through aluminium filters in front of the 
detectors, is given by

I k α f k S k I k( ) = ( ( ) ( ) + ( )), (2)2
inc

where α is a scaling factor from atomic units to measured counts on 
the detector. The static structure factor S(k) was then determined by 
using the atomic form factors f(k) and incoherent scattering func-
tions Iinc(k) for carbon as tabulated in ref. 53. The normalization of the 
experimental S(k) curve was included into the fitting procedure to the 
DFT-MD simulations by minimizing the function
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where the ratio of the scaling parameters for incoherent and coherent 
scattering, p1 and p2, respectively, resulted in a constant value for all 
analysed datasets as the incoherent scattering is not affected by struc-
tural changes. For fitting the DFT-MD simulations, we cut the measured 
XRD pattern at kcutoff = 7 Å−1, because at higher angles, the applied filter 
and geometry corrections for the detector sensitivity become more 
severe43 and would increase the uncertainty of our analysis. The radial 
distribution function
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with atomic number density n was obtained from S(k) by linear extrap-
olation of the experimentally obtained curve for (160 ± 14) GPa to 
k = 0. The coordination numbers
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were then obtained by integrating between the corresponding minima 
of g(r) at r1 and r2. For the first coordination number, r1 = 0 and r2 is given 
by the first minimum of g(r). For the second coordination number, r1 
is the first minimum of g(r) and r2 is the second. The provided error 
estimations of the coordination numbers were determined by rea-
sonable variations of kcutoff between 6.8 Å−1 and 7.5 Å−1 for calculating  
g(r) and the density uncertainty.

DFT-MD simulations

All DFT-MD simulations in this work were performed with the Vienna 
ab initio simulation package (VASP)54–56. The electronic and ionic parts 
were decoupled by the Born–Oppenheimer approximation and, for 
fixed ion positions, the electronic problem was solved in the finite tem-
perature DFT approach57 using a projector-augmented wave pseudo-
potential (labelled PAW_PBE C_h)58,59 and the Perdew–Burke–Ernzerhof  
functional60 for the exchange-correlation contribution. A 2 × 2 × 2 
Monkhorst–Pack sampling61 was used for the k-space of a simulation 
box with 64 atoms, and a plane wave cutoff energy of 1,000 eV was 
used, in which the resulting structure curves show excellent agreement 
with calculations using 216 atoms, which have been performed for 
selected parameters. The molecular dynamics time step was t = 0.2 fs. 
A Nosé–Hoover thermostat was used with the Nosé mass set to 0.5 am, 
corresponding to 67 time steps (0.37 × 1015 Hz). The number of the 
considered MD steps (for the calculation of the structure factors) is 
generally in the range of 10,000. To perform the least-square fitting 
to the diffraction data, the static ion–ion structure factor was com-
puted on a density and temperature grid ranging from 3.6 g cm−3 to 
3.9 g cm−3 and from 6,000 K to 8,000 K with four and five density and 
temperature increments, respectively. The simulations provide the 
three-dimensional particle density distribution n(r, t), and by Fourier 
transform and averaging, the structure factor S(k) can be obtained37. 
Close to the melting line, finite size effects that can seed crystallization 
features were circumvented by training a high-dimensional neural net-
work potential. The forces and energies predicted by DFT were learnt 
by a Behler–Parrinello high-dimensional neural network potential62 
implemented in the n2p2 software package63,64. For more details on this 
method, see ref. 65. The temperature control in all molecular dynamics 
simulations was performed by a Nosé–Hoover thermostat66,67. A finer 
resolution of static structure factors in the density–temperature plane 
was achieved by computing a neural-network-based three-dimensional 
representation of S(k) in the k–ρ–T space as suggested in ref. 68. The 
neural network is a feedforward neural network with linear connections 



and layers with 3, 64, 1,024, 1024, 1,024, and 1 neurons and ReLU activa-
tion between the layers. A benchmark of the interpolation grid result at 
3.7 g cm−3 and 8,000 K with a DFT-MD simulation using a box with 216 
atoms at these conditions is shown in Extended Data Fig. 5.
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Extended Data Fig. 1 | Glassy carbon Hugoniot data. The inferred pressures 

for the obtained shock velocities connect very well to previous gas gun shock 

Hugoniot measurements of vitreous carbon by W. H. Gust (ref. 52 of the article).



Extended Data Fig. 2 | Assessment of the steadiness of the shock and 

potential influences of spatial gradients. Left: Examplary line VISAR image 

showing the moment of shock release for different positions on the sample  

rear side (run 551). Since the X-rays probe the small central area of the laser- 

compressed sample, the shock transit time only varies by 0.3 ns within the 

region probed by the X-rays. For stronger drives and thinner samples, this 

variation is even smaller. The steadiness of the shock is underlined by taking 

X-ray diffraction snapshots at different time delays for the same drive conditions. 

While the shock is inside the sample, the pressure inferred from the diamond 

(111) XRD peak remains constant within 2 %. Even at 0.4 ns after the shock 

release, most of the sample remains at high pressure, while small portions of 

the XRD feature already shift to lower densities resulting in a slight asymmetry 

of the Bragg reflection. At 2.4 ns after the shock release, the whole sample is 

released to lower densities slightly below ambient density of diamond.
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Extended Data Fig. 3 | Sensitivity of the DFT-MD structure calculations to 

temperature and density exemplary shown for the purely liquid case (run 

1032). Left: For increasing temperature at a fixed density, the correlation peaks 

broaden substantially. Right: For increasing density at a fixed temperature, the 

correlation peaks shift to higher k. While the sensitivity to density seems lower 

than to temperature, it should be noted that the density is only varied by 8 % in 

total (in contrast to 29 % for the temperature), which is enough to provide stable 

fits to the obtained liquid structure data. The best fit parameters are T = 7,173 K 

and ρ = 3.79 g/cm3 for the depicted case.



Extended Data Fig. 4 | Fitting the liquid structure for the data showing 

diamond-liquid coexistence. For the elevated temperatures of the experiments, 

there is also thermal diffuse scattering of crystalline diamond, which needs to 

be considered when fitting density and temperature to the liquid structure. 

This contribution was determined from DFT-MD simulations of diamond  

(see refs. 36 and 37 of the article). In the case shown as example (run 547), the 

diamond content is about 40 % which is obtained by scaling the amount of 

crystalline diffraction to the pure diamond case (e.g., run 551). While the 

thermal diffuse background is nearly linear with k and given that the temperature 

is constrained by the broadening of the correlation peaks and the density by 

their position, the influence of the thermal diffuse scattering on the inferred 

temperature and density values is negligible. For the other coexistence cases 

shown in the article, the diamond content is lower: ~20 % for run 549 and ~10 % 

for run 1026.
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Extended Data Fig. 5 | DFT-MD + NN upscaling and interpolation grid 

validation. As an example, we depict a benchmark of S(k) for 3.7 g/cm3 and 

8,000 K obtained from our DFT-MD interpolation grid based on a 64 atoms box 

and a neural network (NN) to a DFT-MD run using a larger box with 216 atoms. 

The two cases show excellent agreement.



Extended Data Table 1 | Hugoniot data

Measured shock Hugoniot parameters used for the X-ray diffraction data shown in Figs. 2 and 3 of the article for different laser intensities IL. The shock velocity vs was determined by dividing the 

measured sample thickness (micrometer measurement uncertainty of 1 µm) ds through the shock transit time tt assuming a steady shock. The density of crystalline diamond ρd was determined 

via the lattice spacing inferred from the powder diffraction peaks. The density of the liquid state ρl was obtained from the DFT-MD fits shown in Fig. 3 of the article. The pressure P was calculated 

via the Hugnoniot relations and tX shows the X-ray probe time for the different experiments.


