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Figure S1. 'H NMR (400 MHz) spectra of [Os”'(N)(L)(OH,)](PFs) 1a (top) and

[0sV(N)(L)(MeOH)](CIO4) 1b (bottom) in CDsCN.
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Figure S2. ESI mass spectrum of [Os"'(N)(L)(OH.)](PFs) 1a in CH3CN. (Insets show the expanded

and simulated patterns)
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Figure S3. Spectral changes for the reduction of [4-'Bupy(L)Os"'-N=NOs"(L)(4-'Bupy)](PFe) (15)
(8 x 10° M) by 4-Bupy (0.85 M) in CHsCN at 298K. Total time = 9000s. Inset shows the
absorbance-time trace at 848 nm.



