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FigureS1:Ramanspectreof theNS4+ 17.6mol% H20 glass.A) Rawspectrum(dark)with the
splinecubicbaselingblue) constrainedt 1400,2000and3900cm1; B) Baseline-subtracted
spectrumPeaksat~490and~1100cm-1 resultsfrom intertetrahedrabendingand
intratetrahedrastretchingof SiO4 unitsrespectivelywhile the~800cm-1 bandresultsfrom
SiO4 rockingmotions.The sharpbandnear1630cm-1 resultsfrom H20mol bendingandthe
2300,2800and3600cm-1 bandgesultsfrom OH stretchingn OH andH20molunitsin the
glass(Zotov & Keppler,1998).SeealsolLe Losqgetal. (2012),Le Losqetal. (2014)and
referenceshereinfor detailson Ramanspectraof anhydrousandhydrousglassesThe spectrum
presentedn B) is usedfor measuringhe areaof the signalassignedo OH stretching(in red).
Intensitiesof the spectrumhavebeenpreviouslynormalizedo thetotal areaof the spectrum,
whichis now equalto 1 (theoreticalvalueof the sumof thevibrationaldensityof state).
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Figure S1: Raman spectra of the NS4 + 17.6 mol% H2O glass. A) Raw spectrum (dark) with the spline cubic baseline (blue) constrained at 1400, 2000 and 3900 cm-1; B) Baseline-subtracted spectrum. Peaks at ~490 and ~1100 cm-1 results from intertetrahedral bending and intratetrahedral stretching of SiO4 units respectively, while the ~800 cm-1 band results from SiO4 rocking motions. The sharp band near 1630 cm-1 results from H2Omol bending, and the 2300, 2800 and 3600 cm-1 bands results from OH stretching in OH and H2Omol units in the glass (Zotov & Keppler, 1998). See also Le Losq et al. (2012), Le Losq et al. (2014) and references therein for details on Raman spectra of anhydrous and hydrous glasses. The spectrum presented in B) is used for measuring the area of the signal assigned to OH stretching (in red). Intensities of the spectrum have been previously normalized to the total area of the spectrum, which is now equal to 1 (theoretical value of the sum of the vibrational density of state).





