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X-ray diffraction and differential XANES data
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Figure S1: Comparison between the observed (Y 5., in red) and calculated (Y q., in black)
X-ray diffraction patterns of a-NasUOy. Yps-Yeare, in blue, is the difference between the

experimental and calculated intensities. The Bragg reflections are marked in green. Upper:
a-NayUOy. Lower: NayUQOs. Measurement at A = Cu-Kal.
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Figure S2: Le Bail fit of NagNpOj. Comparison between the observed (Y, in red) and
calculated (Y qec, in black) X-ray diffraction patterns. Yops-Yeare, in blue, is the difference
between the experimental and calculated intensities. The Bragg reflections are marked in
green. Measurement at A\ = Cu-Kal.
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Figure S3: Comparison between the observed (Y, in red) and calculated (Y.q., in black)
X-ray diffraction patterns of a-NagNpOy4. Yps-Yeaie, in blue, is the difference between the

experimental and calculated intensities. The Bragg reflections are marked in green. Mea-
surement at A = Cu-Kal.
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Figure S4: Comparison between the observed (Y, in red) and calculated (Y q, in black)
X-ray diffraction patterns of a-NasNpOy. Yops-Ycate, in blue, is the difference between the
experimental and calculated intensities. The Bragg reflections are marked in green. Mea-
surement at A = Cu-Kal.
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Figure S5: Comparison between the observed (Y 5, in red) and calculated (Y., in black)
X-ray diffraction patterns of NayNpOs. Y ps-Yeae, in blue, is the difference between the
experimental and calculated intensities. The Bragg reflections are marked in green. Upper:
NayNpOs. Lower: a-NasNpOy. Measurement at A = Cu-Kal.
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Figure S6: Comparison between the observed (Y, in red) and calculated (Y q, in black)
X-ray diffraction patterns of NasNpOg. Y ps-Yeare, in blue, is the difference between the
experimental and calculated intensities. The Bragg reflections are marked in green. Mea-
surement at A = Cu-Kal.
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Figure S7: Comparison between the observed (Y 5, in red) and calculated (Y .q., in black)
X-ray diffraction patterns of NasPuOs. Yps-Yeae, in blue, is the difference between the
experimental and calculated intensities. The Bragg reflections are marked in green. Upper:
Na,PuQOs. Lower: NasPuOg and PuO,. Measurement at A = Cu-Kal.
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Figure S8: Comparison between the observed (Y ., in red) and calculated (Y q., in black)

X-ray diffraction patterns of NasPuOg.
experimental and calculated intensities.

surement at A — Cu-Kal.

Y ops-Yeaie, 1 blue, is the difference between the
The Bragg reflections are marked in green. Mea-
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Figure S9: Second derivative of the XANES spectra collected at the U-Lj3 edge. The second
derivative zeros correspond to the inflection points of the spectra and are taken as the energies
FEy of the edge absorption thresholds.
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Figure S10: First derivative of the XANES spectra collected at the U-L3 edge. The first
derivative zeros correspond to the positions of the white line maxima.
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Figure S11: Second derivative of the XANES spectra collected at the Np-Ls edge. The
second derivative zeros correspond to the inflection points of the spectra and are taken as
the energies Ej of the edge absorption thresholds.
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Figure S12: First derivative of the XANES spectra collected at the Np-Ls edge. The first
derivative zeros correspond to the positions of the white line maxima.
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Figure S13: Second derivative of the XANES spectra collected at the Pu-L3 edge. The
second derivative zeros correspond to the inflection points of the spectra and are taken as
the energies Ej of the edge absorption thresholds.

S8



L L L
18060 18065 18070 18075 18080

RJUV)OZ
—— NayPu0g
i Na,Pu’Og T
—— NagPu"0g
..... | RS RS SR S SR U [ S S S A S A S S B S S S S S N ST AT S S S S N S M A
18040 18060 18080 18100 18120
Energy (eV)

Figure S14: First derivative of the XANES spectra collected at the Pu-L3 edge. The first
derivative zeros correspond to the positions of the white line maxima.

59



