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Figure S1: Neutron diffraction patterns of FePOy-I with increasing pressure. The top red diffraction patterns
are FePOy-I recovered back to ambient pressure measured within the Paris-Edinburgh cell. Figure S6 shows

the recovered sample measured on Polaris instrument upon removal from the TiZr gasket.
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Figure S2: Example Rietveld refinement of FePOy4-l in situ. Data shown as open circles, Rietveld fit as
solid red line, the blue trace the residual from the refinement. The vertical tick marks show the positions of
the diffraction peaks from the phases within the refinement and represent from top to bottom: lead pressure

marker, Al;O3 from anvil, ZrOs from anvil and trigonal FePO,.
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Figure S3: Top: Variation in unit-cell volume of FePO4-l with increasing pressure as shown by the solid
squares. The solid line is the determined equation of state fitted to the experimental data. Middle: Relative
changes in unit-cell lengths of, and Bottom: unit-cell axial-compressibility of FePO,4-I with increasing pressure.

The a-axis is shown by the open squares and ¢ by open triangles.
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Figure S4: Example Rietveld refinement of FePOy-Il in situ. Data shown as open circles, Rietveld fit as
solid red line, the blue trace the residual from the refinement. The vertical tick marks show the positions of
the diffraction peaks from the phases within the refinement and represent from top to bottom: lead pressure
marker, Al,O3 from anvil, ZrO, from anvil and orthorhombic FePO,. At ~3.4 A there is a highly strained

anvil reflection which is excluded from the refinement.
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Figure S5: Top: Variation in unit-cell volume of FePOy-Il with increasing pressure as shown by the solid
squares. The solid line is the determined equation of state fitted to the experimental data. Middle: Relative
changes in unit cell axis lengths of FePOy4-11 with increasing pressure. The a-axis is shown by the open squares,
b by open circles and ¢ by open triangles. Bottom: Compressibility of each unit-cell axis of FePOy4-1l with

increasing pressure. The a-axis is shown by open squares , b by open circles and ¢ by open triangles.
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Figure S6: Neutron powder diffraction pattern of FePOylr (recovered FePO,-l following compression of

~4 GPa hydrostatically and recovery to ambient pressure.
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Figure S7: Variation in determined peak position of Raman spectra of FePO4-1 with increasing pressure
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Figure S8: Low temperature region of FC and ZFC magnetic susceptibility of FePO4



