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Fig. 1 IR spectra of a CO-covered Pt electrode in 0.02 M tetra-propyl 
ammonium perchlorate, measured during a potential sweep at 5 mV s-1. (a) 
High and (b) low frequency regions. The inset shows the spectrum 
measured at -400 mV and the curve fitting results by the Gaussian
function. (c) Red and blue plots show the integrated band intensities of
!(CH) (1500~1430 cm-1) and "(O-H) (3750~2800 cm-1), respectively. (d) 
Comparison of the spectral lineshape of on-top CO measured at 250, -150, 
-600, and -1000 mV. Peak top position and intensity were normalized. 
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Fig. 2 Potential dependent SEIRA spectra of water on 
a CO-covered Pt electrode in 0.1 M NaClO4,
Mg(ClO4)2, Zn(ClO4)2, HClO4, tetraethylammonuim 
perchlorate (Et4NP), and 0.02 M 
tetrapropylammonium perchlorate (Pr4NP). Each 
reference spectrum was measured at 0 V. 
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Fig. 3 Potential dependence of the peak intensity of
the free OH at ~3670 cm-1 on CO-covered Pt electrode 
during the negative potential sweep. The insets show
schematic representations of the interfacial water 
structure and hydration shells around hydrophilic and 
hydrophobic cations. 


