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Fig. 1. The excess heat capacity of HyO@Cs after subtracting the C, of empty Cgo. The blue dotted
curve shows the translational heat capacity (Cians) of the H,O calculated by using Einstein model
(& = 124 K). The black dashed curve is the sum of the rotational heat capacity (Crot) and Cians
calculated under assumption that the conversion between the ortho-H,O to para-H,O is quick. The
solid green curve is the Cians + Cro calculated by assuming the constant ratio of ortho-H,O :
para-H,O =3 : 1.
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Fig. 2. (a) The excess heat capacities obtained by subtracting the C, after annealed at 2.5 K for 48 h,
which have a positive peak at ~ 2 K and ~ 7 K, zero-cross at ~ 10 K, and negative values above 10
K. The data of the samples annealed at 2.5 K for 1.5, 3, 6, 12, and 24 h are also given, showing that
the not only the size of the excess C, but also the shape of the C, curve changes with increasing the
annealing time. (b), (¢) Cpara (dotted blue curves), Corno (dashed green curves), and Cpara — Cortho
(solid red curves) of H,O calculated from the rotational energy scheme with different degeneracy in
the split ground ortho- state as shown in the inset.



