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Plots of —RTInkg and —RTInky (= AG* — RTInZ,; see eq 6) against the corresponding values of
—FE + (¢ AG") give straight lines with slopes of 1.31 + 0.17 and 0.77 + 0.14, respectively
1/2,ZCaH N

(Figure S1). All data are taken from ref S1.
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Figure S1. Plots of —RTInks and —R7Inky vs —FE L ATC M N for the reactions between a number of
ZCsH4N," compounds with Fe(CN)* in water (eq 8) and with decamethylferrocene, (MesCp)-Fe,

in acetonitrile (eq 9), respectively.
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Under oxygenated conditions the main non-ionic product from the reaction between NO,C¢HsN, "

and Fe(CN)q" is 4-nitrophenol as evidenced by the recorded optical spectra (Figure S2).
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Figure S2. Optical spectra of a) oxygen-saturated reaction mixture containing 10 M NO,C¢H4N, "

and 10™ M Fe(CN)¢" and b) 10 M solution of an authentic sample of 4-nitrophenol.
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Figure S3. IR spectrum of N02C6H4(NC)Fe(CN)53'.
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BC NMR spectrum of NO,CqH4(NC)Fe(CN)s™.

Figure S4
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H NMR spectrum of NO,CsH4(NC)Fe(CN)s>".

Figure SS. !
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