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Specifically, for a given glycerol O atom (either O or Og ),
we define a plane passing through the C atom of the
corresponding C-OH group that is perpendicular to the
CO covalent bond. Such a plane divides the system into
two halves and we calculate the radial distributions of O,
atoms around the given O, atom by considering only the
half of the system that contains the OH group.
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An alternative definition of HBs employed in computer
simulations of, e.g., water, is that two OH groups form a
HB if (i") doo < 3.5 A and (ii’) the OHO angle <30°.
Increasing the pressure shortens doy while it may distort
the local tetrahedral angle, affecting the OHO angles.
Hence, one can expect that a definition of HBs based on
the condition doy < 2.5 A may lead to a slightly larger (HB)
than a definition of HBs based on condition (ii’). As we
explain in ref. 62, a HB definition that takes into considera-
tion the OHO angles is not appropriate for our study since
such a definition tends to omit the formation of intra-
molecular HBs of glycerol [glycerol internal (dihedral, bond,
and angle) potential interactions constrain the OHO angles
formed between two OH bonds of the same molecule to be
larger than 20°].

The CN of a water molecule is defined as the total number
of O atoms from other water or glycerol molecules that are
within a distance doo < 3.5 A from the given water
molecule’s O. Similarly, the CN of the glycerol molecule is
the total number of O atoms (from other glycerol or water
molecules) within a distance doo of any O of the given
glycerol molecule.

Experiments and simulations show that, in the case of pure
water, the increase in water’s CN in the LDA and recovered
HDA mixtures at P = 0.1 MPa is ~1.'® In these cases, HDA
ice is decompressed usually from P, < 1500 MPa. The value
we find in the mixture with y, = 3.06% is ~1.7 which is
slightly larger. However, note that we decompress the
mixtures from P, = 2000 MPa and the density of recovered
HDA increases slightly with increasing P,>>.
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