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Figure S1 Calculated (black) and experimental (red) X-ray powder diffraction patterns of [Ni(L"");] and [Cu(L""),].
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Figure S2 2D and decomposed 2D fingerprint plots of observed contacts for [Ni(L"),].
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Figure S3 2D and decomposed 2D fingerprint plots of observed contacts for [Cu(L"),].
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Figure S4 2D and decomposed 2D fingerprint plots of observed contacts for [Ni(L"),].
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Figure S5 2D and decomposed 2D fingerprint plots of observed contacts for [Cu(L"),].



IUCrJ (2021). 8, doi:10.1107/S2052252521000610 Supporting information, sup-5

Ap <0 . (outflow) ' ¢
Ap >0 [ tinflow) Ap,,, (14)
AE_,(14) = -0.60 kcal/mol

Aporb (19) Aporb (8+15)
AE,,(19) =-0.25 kcal/mol AE,,(8+15) = -1.60 kcal/mol

C—H---H-C

C-H--0

" APy, (9)

Ap,,, (10+11+12)
AE_.(9) =-1.14 kcal/mol AE_,(10+11+12) =-2.65 kcal/mol

Figure S6 ETS-NOCV/BLYP-D3/TZP charge delocalization channels Apor, describing intramolecular contacts together

with their orbital interaction stabilizations AEqy in the structure of [Ni(L").].
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Figure S7 ETS-NOCV/BLYP-D3/TZP energy decomposition results for the crystal dimer of [Ni(L")2]. The considered

model and ETS based results (top), and the overall deformation density Apow, With the corresponding AE o, (bottom).



