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Methanolis an importantoxygenatedhydrocarbonin theuppertroposphere.Thesurfacestructureof methanolat theair-liquid inter-
facesof neatmethanolandaqueousmethanolsolutionswereinvestigatedusingvibrationalbroadbandwidthsumfrequency generation
(BBSFG)spectroscopy. A red-shiftof theCH� symmetricstretch(CH� -SS)frequency with theincreaseof methanolconcentrationwas
observed by BBSFG,which suggestsan evolving hydrogenbondingconfigurationbetweenthe methanoland the surroundingwater
moleculesat thesurface.BBSFGresultsalsoindicatethatasthemethanolconcentrationincreasesabove 0.57methanolmole fraction
the methanolmoleculesat the surfacebecomelessordered,e.g. a larger distribution of orientationanglesof the CH� -SStransition
momentaboutthesurfacenormalexists.


