Supplementary Information Available: XYZ coordinates for some optimized
structures are given (in amstrongs).

Coordinates for [Fe'"s(H20)2(PWsOas),]° structure computed at OPBE unrestricted
(S=10) with bonding energy E=-810.50 eV.
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Coordinates for [Fe';(H,0).Fe",Hay(PWoO34),]®  structure computed at OPBE
unrestricted (S = 9) with bonding energy E=-818.65 eV.
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Coordinates for [Fe'4(H,0),H4(PWoOs4),]° structure computed at OPBE unrestricted
(S = 8) with bonding energy E = -825.25 eV.
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Table S1. Spin densities and energy differences computed with OPBE and BP
functionals

Method Species Fe® Fe' AEnergy ?

OPBE 20e 4.18 4.18

BP 20e 411 4.08

OPBE 21e(Fe) 4.06 4.13 0.0
21e(Fe') 417 4.05 +0.217

BP 21e(Fe®) 401  4.04

21e(Fe') 410 394 +0.311
a) Energy difference between Fe® reduced and Fe' reduced species in eV.

Figure S1. LUMO computed for Ha[Fe(11),-POM]® and spin densities determined for
selected tungstens for Ha[Fe(I1);-POM]"".



