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Experimental method and results.  If you failed to conduct experiment as planned, please describe reasons. 

The sample solution was filled into a newly designed sample holder made of aluminum with indium seals for 

evacuating, and attached within a cryostat. The small angle neutron scattering (SANS) for the sample was 

measured at elevated temperatures from 300 to 100 K with 20 K steps in the first run. The exposure time for each 

temperature was 3 hours. The rate to change temperature was 2 K/min, which was controlled by heater and 

monitored by a sensor directly attached to the sample holder. The SANS measurements for empty-holder and 

glassy carbon were also carried out in order to correct observed structure factors. Figure 1 shows the observed 

structure factors at elevated temperatures. A Bragg peak like feature denoted by an arrow in the figure was 

observed at around 0.011 Å-1 with substantial intensity, even from 300 K. Ice crystallised at 220 K in this run 

(right in Fig. 1) so that the scattering at small angle region is increased correspondingly, whereas the Bragg peak 

like feature was relatively diminished. After Run1, temperature was increased up to 300 K and SANS spectra 

were measured again with longer exposure time (6 hours) at the temperature down to 220 K, as Run 2 (Fig. 2). 
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Experimental method and results (continued) 
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Fig. 1. Observed structure factors for small angle region (left) and high angle region (right) at elevated 

temperatures for Run1.  
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Fig. 2. Observed structure factors for small angle region (left) and high angle region (right) at elevated 

temperatures for Run2. 

 

The peak denoted by an arrow in the left figure was reproducibly observed for Run 2 as shown in Fig. 2. If it is 

truly originated from sample, this result would bring a substantial impact to the understanding of inhomogeneous 

structure of water. Now we are carefully checking the possibility of contamination or other artificial effects to 

explain the Bragg peak like feature. Reproducibility check and measurements for solutions with other composition 

should also be conducted in future.  

 


