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Table S1 Structural parameters (distances in A and angles in °) in the coordination environment of the

copper(Il) centers in 1 and 2

1 2
Cul-NI1 1.9642)  1.958(2)
Cul-N2 1.9742)  1.971(2)
Cul-Ol1 1.9528(18) 1.9585(17)
Cul-02 1.9376(17)  1.9323(17)
N1-Cul-02 169.69(8)  169.72(8)
01-Cul-N2 169.93(8)  169.61(8)
0O1-Cul-N1 92.44(9)  93.06(8)
01-Cul-02 7735(7)  76.81(7)
02-Cul-N2 92.59(8)  92.83(8)
N1-Cul-N2 97.60(9)  97.27(9)
dey 0.019 0.023
dyio” 0.0068 0.0074

“dcy is the displacement of the copper center and dvo is the deviation of the constituent atoms from the

corresponding least-squares N(imine), O(phenoxo), basal plane.
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Table S2 Structural parameters (distances in A and angles in °) in the coordination environment of the
copper(I) centers in 3 and 4

3 4 3 4
Cul-N1 1.907(3) 1.9132)  O1-Cul-N2 178.05(10)  177.75(9)
Cul-N2 1.924(3) 1.933(2)  N1-Cul-02 178.19(11)  178.19(10)
Cul-Ol 1.894(2) 1.9019(19) O1-Cul-N1 96.18(10)  96.35(9)
Cul-02 1.880(2) 1.8847(19) 0O1-Cul-02 82.85(9) 82.41(8)
02-Cul-N2 95.29(10)  95.48(9)
N1-Cu2-N2 85.70(11)  85.78(10)
dey 0.008 0.004
dnio” 0.0168 0.017
Cu2-N3 1.949(3) 1.953(3)  08-Cu2-N4 176.99(12)  177.01(11)
Cu2-N4 1.940(3) 1.949(3)  N3-Cu2-09 176.67(12)  176.75(11)
Cu2-08 1.911(2) 1.917(2)  O8-Cu2-N3 93.66(12)  93.61(11)
Cu2-09 1.907(3) 1.911(2)  08-Cu2-09 89.13(12)  89.13(10)
09-Cu2-N4 93.83(12)  93.86(11)
N3-Cu2-N4 83.40(13)  83.40(12)
dey 0.010 0.014
dnio” 0.020 0.015
Cu3-N5 1.936(3) 1.9453)  012-Cu3-N6 177.68(11)  177.45(10)
Cu3-N6 1.943(3) 1.948(3)  N5-Cu3-013 176.20(10)  176.42(10)
Cu3-012 1.897(2) 1.901(2)  O12-Cu3-N5 94.64(11)  94.46(10)
Cu3-013 1.890(2) 1.896(2)  0O12-Cu3-O13 86.62(9) 86.65(9)
013-Cu3-N6 94.51(11)  94.53(10)
N5-Cu3-N6 84.11(13)  84.23(12)
dey 0.046 0.047
dnio” 0.020 0.009

“dcy is the displacement of the copper center and dyo is the deviation of the constituent atoms from the
corresponding least-squares N(imine),O(phenoxo), basal plane.
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Fig. S1 Perspective view of [{Cu"L*Fe"(H,0)(MeOH),}(Cu"L?),](Cl04),"MeOH (4) showing hydrogen
bonding and m--m stacking interactions and one-dimensional self-assembly. Methyl groups of methoxy
moieties, perchlorate anions and methanol as solvent of crystallization have been omitted. Only those hydrogen
atoms are shown which participate in hydrogen bonding. The values in A and ° are the centroid-to-centroid
distances and dihedral angles between the aromatic rings responsible for n---w stacking interactions. Symmetry
codes: E, 1+x,y, z; F, —1+x, y, z; G, =2+, y, Z.
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The equations used for simulation of magnetic data of 1-4 are mentioned below:

Cu"Mn" (1): Cu''Fe'" (2):
L = Xb Ly = Xb
Y 1-2zJ'y, / NB’g’ Y 1-2zJ'y, / NB’g’
where where
2 2 1 2 6J/ kT 2 2 1 5J/kT
XD -MWs IO+ 8§J/kT +11P xp L 0+35§J/kT +1IP
kT 5+7e 4kT 2+ 3e
Cu™n™-2Cu"™ 3): Cu''Fe"---2Cu" (4):
- In = X
M 1-2z)y) I NBPg? Moo 1-2zyl I NBPg?
where where
7.997y T +2u. > 7997y T+2u. "
Z}W — Xp + IuCu +TIP Zjlu — xp + IUCu +TIP
7.997T 7.997T
with with
NB*g? 10+28e** NB’g? 10+35¢”"'*
XD = AD = 57/ kT
4kT  2+3e

kT 5+7e%'*
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