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Fig. S1 TG and DTG plot of [P4444][2-Op] with a heating rate of 10°C/min.

Fig. S2 Van't Hoff plots of fitted equilibrium constants for CO2 with [N4444][2-Op] and [N4444][3-

Op].
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Fig. S3 Van't Hoff plots of fitted equilibrium constants for CO2 with [P4444][2-Op] and [P4444][3-
Op]. The lines are drawn to guide the eye.

Fig. S4 Optimized structures of [P4444][2-Op], [P4444][3-Op] and [P4444][4-Op] at the B3LYP/6-

311++G** level of theory.
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NMR Data

[P4444][2-Op]

31P NMR (500 MHz, DMSO-d6): δ 46.00, 37.66, 33.80

[P4444][2-Op]+CO2

31P NMR (500 MHz, DMSO-d6): δ 46.00, 37.65, 33.78, 31.48
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