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Figure S1. Asymmetric unit for complex 1 viewed perpendicular to the b axis.  

 
Figure S2. Molecular packing of complex 2 in the ab plane showing hydrogen bonding and 

"-" stacking. 
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Figure S3. Supramolecular chain of complex 3 running along the c axis. 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

Figure S4. One dimensional coordination polymer observed in 4 running parallel to the a 

axis. 
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Figure S5. Temperature dependence of the !T product for compound 1 (where ! = M/H per 

complex) measured at 0.1 T. Inset: field dependence of the magnetization versus H at 1.8 K. 

The solid red line is the best fit of the experimental data to the S = 1/2 Brillouin function gFe = 

2.29. 

 
 
 

 
Figure S6. Field dependence of the magnetization at 1.8, 3, 5 and 8 K for compound 2. The 

solid red lines are the best simulation obtained with the MAGPACK program1 using the 

Hamiltonian ! = –2JSFe(III)!(SNi(II) +SNi(II)) + DNi (S2
z,Ni1+ S2

z,Ni2) with the parameters gNi = 

2.21(1) , gFe = 2.29(1) , J/kB = 12.4(2) K, and DNi/kB = – 4(1) K.  
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Figure S7. Field dependence of the magnetization at 1.8, 3, 5 and 8 K for 3 (the lines are eye 

guides).  
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able S1. Selected m

agneto-structural data for related heterobim
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Tp = hydrotris(pyrazol-1-yl)borate, Tpm
M

e = tris(3,5-dim
ethyl-1-pyrazolyl)m

ethane), cyclam
 = 1,4,8,11-tetraazacyclotetradecane, en = ethylenediam

ine, , pzTp = 
tetra(pyrazol-1-yl)borate, L = 1,5,8,12-tetraazadodecane, bipy = 2,2’-bipyridine, Tp* = hydrotris(3,5-dim

ethylpyrazol-1-yl)borate, O
Tf = trifluorom

ethanesulfonate, Tp*
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n = 
tris(3,5-dim

ethyl-4-benzyl)pyrazolylborate, L1 = 1,8-dim
ethyl-1,3,6,8,10,13-hexaazacyclotetradecane, L3 = 1,8-dihydroxyethyl- l,3,6,8,10,13-hexaazacyclotetradecane, L4 =  

3,10-bis(2-phenylethyl)-1,3,5,8,10,12-hexaazacyclotetradecane, L5 = 3-m
ethyl-1,3,5,8,12-pentaazacyclotetradecane, dm

phen = 2,9-dim
ethyl-1,10-phenanthroline, M

eTp = 
m

ethyltris(pyrazolyl)borate, bpb = 1,2-B
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ethylpyrazolyl)borate, phen = 
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