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[ Abstract] Molecular structure of topmost ice surface is discussed on the basis of
measurement by heterodyne-detected vibrational sum frequency generation (VSFG)
spectroscopy combined with molecular dynamics (MD) simulation. Imaginary part of second
order nonlinear susceptibility for free OH stretching region at ice surface from 90 K to 180 K
was measured in experiment, and we found orientational order of free OH continuously changes
even below 200 K, which has been believed to be constant in previous studies. We argue such
continuous changes is attributed to topological defects of 6-membered ring occurred at
hexagonal ice surface.
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