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Figure S1

Atom numbering scheme in phase I, T=320K, the atoms from the asymmetric unit are drawn as octants;
site occupation factor for 4-AP is 0.5, the ellipsoids are presented with 50% probability. The second
disordered position is drawn as transparent section with reduced displacement parameters for the picture

clarity.
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Figure S2
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The x1-x4 sections through nitrogen amine atom from 4-AP at 290 K in phase 11 (2) the observed Fourier
map, the contour step is 0.5 eA3; (b)- the difference Fc-F, maps for harmonic modulation of 4-AP

occupancy; (c) occupancy modelled with Crenel function, Ax4=0.5. The contour step for the difference

map is 0.1 eA=,
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Figure S3 The 4-AP in the ellipsoid representation at 290 K in phase 11, (a) harmonic, (b) crenel

model. The table below summarizes the final refinement parameters for both models.
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Figure S4

Sb and apical CI1 atoms displacements in the modulated phase 11 and IlI.
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Atom numbering scheme in phase V, T=200 K, the atoms from the asymmetric unit are drawn as

octants; site occupation factor for 4-AP is 1.

Table S1 The geometry of the N-H--ClI hydrogen-bonds in modulated phase Il in the harmonic

model, for different t values

N_Hz...c|2x-1/2,-y+3/2, z-1/2

D.HA) H..AA) D-AA) D-H...Aangle (°)
t=0.000 0.87(2) 2.653(16) 3.498(18) 164(2)
t=0.100 0.87(2) 2.600(14) 3.443(16) 163(2)
t=0.200 0.87(2) 2.552(15) 3.393(17) 162(2)
t=0.300 0.87(3) 2.528(18) 3.368(19) 162(2)
t=0.400 0.87(3) 2.537(18) 3.38(2) 163(2)
t=0.500 0.87(2) 2.574(16) 3.422(18) 165(2)
t=0.600 0.87(2) 2.624(14) 3.476(16) 166(2)
t=0.700 0.87(2) 2.670(15) 3.522(17) 166(2)
t=0.800 0.87(3) 2.695(18)  3.544(19) 165(2)
t=0.900 0.87(3) 2.689(19) 3.54(2) 165(3)
t=1.000 0.87(2) 2.653(16) 3.498(18) 164(2)
Nl_Hl...C|2x—1,1—y,z-3/2
D..H@A) H..AA) D..A D-H...Aangle (°)
t=0.000 0.87(4) 2.33(3) 3.20(2) 179(4)
t=0.100 0.87(3) 2.26(2) 3.13(2) 176(3)
t=0.200 0.87(3) 2.20(2) 3.07(2) 174(3)
t=0.300 0.87(4) 2.17(3) 3.04(3) 176(4)
t=0.400 0.87(4) 2.18(3) 3.05(3) 179(5)
t=0.500 0.87(3) 2.24(3) 3.11(3) 174(4)
t=0.600 0.87(3) 2.33(2) 3.19(2) 169(3)
t=0.700 0.87(3) 2.40(2) 3.25(2) 167(3)
t=0.800 0.87(4) 2.42(3) 3.28(3) 169(4)
t=0.900 0.87(4) 2.40(3) 3.26(3) 174(4)
t=1.000 0.87(4) 2.33(3) 3.20(2) 179(4)




Acta Cryst. (2018). B74, doi:10.1107/S2052520618003669

Supporting information, sup-5

Table S2 The geometry of the N-H--Cl hydrogen-bonds in commensurate phase Ill,

D-H(A) H..A@A) D-A(A) D-H... Aangle (°)

Na Hla Cl1_a®

t=0.333  0.872(5) 2.547(4)  3.399(7) 165.8(3)

t=0.667 0.871(5) 2.607(4)  3.449(7) 163.1(3)
Nl a HIN1 a CI2_a™

t=0.33  0.872(9) 2.399(15) 3.26(2) 167.9(6)

t=0.667 0.871(9) 2.386(17) 3.25(2) 175.0(7)
Nb Hlb CI2_a

t=0 0.880(5) 2.712(5)  3.569(8)  165.0(2)
Nb H2b Cl2_av

t=0 0.881(6) 2.615(9)  3.456(13) 159.7(3)
N1 b Hinl b CI2 bW

t=0 0.886(9) 2.392(13) 3.25(2) 162.0(6)

() x-1/2,-y+3/2,z-1/2; (1) x-1,-y+1,z-3/2; (111) x-1/2,-y+3/2,2-3/2; (1V) x-1,-y+1,2-3/2; (V) X,-y+1,z-1/2



