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Figure S1. EXAFS fit to 3ox in which the short 1.6 Å Fe-N contribution was not 

included. A clear long frequency beat pattern remains in the residual. 
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Figure S2. EXAFS fit to 3ox (as reported in Table 1), including the short 1.6 Å Fe-N 

contribution. Though some structure remains in the residual, the long frequency beat 

pattern which is present in Figure S1 is now absent. 
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Figure S3. EXAFS fit to 3 (as reported in Table 1), showing no significant contributions 

in the residual.  
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Figure S4. Zero-field Mössbauer spectrum of an aliquot of the photolyzed sample used 

for magnetic susceptibility measurement, recorded at 80 K. The lines represent fit with 

the superposition of three subspectra corresponding to 3ox, with d = -0.02(2) mm s-1 and 

|? ?q | = 1.60(2) mm s-1 (~57% relative intensity, line a); complex 3, with d = 0.27(2) mm 

s-1 and |? ? q| = 2.30(2) mm s-1 (~27% relative intensity, dotted line b) and iron(II) 

contamination (15%, S=2, line c) where d = 1.20(2) mm s-1 and |? ? q| = 2.73(2) mm s-1. 
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Figure S5. Iron K-edge absorption spectra of 3 (blue), 3ox' (after 45 minutes of 

illumination, purple), and 3ox (red, after 1.5 hours of illumination). There are significant 

changes in the pre-edge energy and intensity (as well as the rising edge inflection point) 

of 3ox' and 3ox, relative to  3. These changes are consistent with the two electron 

oxidation of 3. 
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Figure S6. EXAFS fit to 3ox' in which the short 1.6 Å Fe-N contribution was not 

included. A clear long frequency beat pattern remains in the residual. 
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Figure S7. EXAFS fit to 3ox', including one short 1.61 Å Fe-N contribution with a 
Debye-Waller of 0.015 Å2. Though some structure remains in the residual, the long 
frequency beat pattern which is present in Figure S6 is now absent. The presence of a 
short 1.61 Å Fe-N contribution in both 3ox and 3ox' clearly supports that the electronic 
structural changed observed at the Fe K-edge is coupled to the formation of a short 1.6 Å 
Fe-N bond observed in the EXAFS. 


