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Figure S1. (a) In 1, one CMA? connects three paddle-wheel units; (b) One paddle-wheel unit

connects six CMA? ligands.

Figure S2. 2D layer structure of 2 consists of Cu?* and CMAZ. (Cu: cyan; C: grey; O: red; N:
blue)
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Figure S4. Topological structure of 4.

(@)
E e X
..{!I—'{_:\—e-i.—t’— i—u.u._\*- q —\:_\ w4 .4,1‘{'}_ z',‘_o
":?‘ t;k:\-ﬂ °" t}‘ ) '{L .“.\_:-‘*—-
(b)
R e
i r ok 5
2 ¥ P
1 I i
SRS DN
-~;°—-J$<4> R e e e
5 Yo r Y
i g i1 LR
*—\l /{r {'ﬂ L &’A A"Qﬂ)-u.—u——ﬂi‘: e

Figure S5. In compound 5, (a) 1D chain along the ¢ axis; (b) 2D sheet along the [001] direction.
Cu: cyan; C: grey; O: red; N: blue.
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Figure S6. The TGA curves of 1-4.
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Figure S7. The XRPD patterns of 1-4 (red: experiment; blue: simulated)

Crystallographic Studies In 1, the squeezed electron number is 98 in one cell, which is consistent

with 0.8 free H,O. [12*0.8*10 = 96], corresponding to the molecular formula

{[Cu(CMA)]-0.8H,0}.



