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Figure S1. Aug(SR)y “staple” motif, binding with Au, unit in Au,;(SR);s, can be viewed as two Auy(SR)s
“staple” motifs with sharing one SR ligand. Au atoms are presented in wine and dark green, respectively. S is

presented in yellow. The R groups are omitted for clarity.
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Figure S2. Ab initio molecular dynamics (AIMD) snapshots of the Au,S monolayers after annealing at 355 K
for 60 ps. Au atoms are presented in wine and dark green, respectively. S is presented in yellow. The R groups

are omitted for clarity.
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Figure S3. Visualization of the 6e valence electron distribution (a) and the superatomic orbitals (b)
in the Au;¢** of Auy»(SR);7. Au atoms are presented in wine.
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The cartesian coordinates of Au,,(SH)7
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