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Figure 1

a) Chemical formula of Phz and H,xa. b) Crystal structure of Phz-H,ca
normal to the ac plane at room temperature (P2 /n). Broken line shows
OH...N hydrogen bond. c¢) Molecular stack along crystallographic
b-axis in Phz-H,ca. d) Temperature dependence of relative dielectric
constant of Phz-H,ca and Phz-H,ba.
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Figure 2

a) X-ray oscillation photographs of Phz-H,ca measured at various
temperatures. b) Temperature dependence of cell parameters of Phz-
H,ca.
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Figure 3

a) Electron-density distribution map obtained by the maximum enthropy
method (MEM) analysis of the X-ray diffraction data of the Phz-H,ca at
160K. The equicontour level is at 0.7 eA=. b), ¢) Contour map of the
electron density near the H-bonding OH...N site extracted on the plane
defined by two oxygen atoms and one nitrogen atom. The contour maps
are drawn from 0 to 0.4 A,
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Figure 4
a) X-ray oscillation photographs of Phz-H ba measured at various
temperatures. b) Temperature dependence of cell parameters of Phz-
H ba.
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a) Temperature-pressure phase diagram of Phz-H,ca, b) Temperature-
pressure phase diagram of Phz-H ba, ¢) Temperature dependence of
symmetry breaking peak ( -4 0 1 and 17/2 1/2 7/2) intensity at P, ,, =
0.48 GPa of Phz-H,ba crystal.
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a) Temperature-pressure phase diagram of Phz-H,fa, b) Temperature
dependence of symmetry breaking peak (4 0 -5 and 17/3 -4/3 -25/3)
intensity at Py,,; = 0.89 GPa of Phz-H,fa crystal. c¢) Temperature
dependence of symmetry breaking peak (2 0 -5 and 3/2 -1/2 -4) intensity
at P,y = 1.09 GPa of Phz-H_fa crystal.
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