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Figure S1. '"H NMR spectra of: (a) a-CD/DMSO-d; (blue). (b) & (¢) a-CD/KOH/DMSO-d; before
(black) and after (red) bubbling CO,, respectively.
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Figure S2. C NMR spectra of a-CD/NaH/DMSO-d, before (black) and after (red) bubbling CO,.

SRS —

160 | 140 120 100 80 60 40

Chemical Shift (3, ppm)

Figure §3. 3C NMR spectra of permethylated a-CD/KOH/DMSO-d; before (black) and after (red)
bubbling CO..
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Figure S4. 3C NMR spectra of: (a) a-CD/NaOH/DMSO-ds (navy). (b) a-CD/DBU/DMSO-d; (green)
after bubbling CO,.

Table S1. pK, values in DMSO and gas phase proton affinity values of the hydroxyl group at the C2 and
C6 positions.

Carbinol Position pK,* PA/kcal mol'?

C2 232 3323
Ceé 29.2 349.6

2 Calculations were carried out using the B3LYP density functional with the 6-31G* basis set; see the computational
method section in the main text.




