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Figure S1. '®*C NMR spectrum of CH3'®CN in benzene-d; at 23 °C.
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Figure S2."°C NMR spectrum of MesSi'*CN in benzene-ds at 23 °C.
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Figure S3. '"H NMR spectrum of [3-(0)(NCO)CN] in benzene-ds.
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Figure S4. {'"H}*C NMR spectrum of [3-(0)(NCO)CN] in benzene-ds.
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Figure S5. '"H NMR spectrum of [1-(NCO)],in benzene-db.

S6



158.89
—158.86
158.83

T T T T T T T T T
).05 159.00 158.95 158.90 158.85 158.80 158.75 158.70 158.65
f1 (ppm)

Figure S6. {'H}'*C NMR spectrum of [1-(**N**CO)], in benzene-d.
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Figure S7. {'H}'°*N NMR spectrum of [1-(**N"*CO)], in benzene-ds.
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Figure S8. '"H NMR spectrum of [1-(O)(NCO)OT{] in benzene-ds.
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Figure S9. Representation of the solid state structure of (R, R)-[3-(0O)(NCO)CN] at 30%
probability ellipsoids. Solvent, hydrogen atoms and disordered cyanide/isocyanate
groups omitted for clarity.
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