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Figure S1. Visual appearance of chitin nanofibrils (NCh) suspension at pH value of 3 to 6. Prior to
photographing, the samples were sonicated for 3 min in water bath after titrating to designed pH value.
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Figure S2. Three-phase contact angle (CA) of a sunflower oil droplet on a solid film composed of NCh
in Milli-Q water. The NCh films were spin-coated from NCh suspension at pH value of 3 to 6. The red
lines in the image indicated the CAs (0).
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Figure S3. Optical images and droplet diameter of HIPPEs stabilized by NCh (pH 3) at oil volume
fraction of (a) 66, (b) 74, (c) 80, and (d) 88%. The concentration of NCh in continuous phase is 0.5

wt%. The diameter for each sample was indicated in each histogram. The scale bar is 200 um.
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Figure S4. Confocal images of HIPPE stabilized by NCh (pH 3) at sunflower oil volume fraction of (a)
66, (b) 74, (c) 80, and (d) 88%. The concentration of NCh in continuous phase is 0.5 wt%. The HIPPEs

were stored at room temperature for 24 h. The oil phase was dyed by Nile red during HIPPE preparation.

The pH of NCh suspension was 3 for sample preparation. The scale bar is 80 pum.



Figure S5. Fluorescence micrograph of HIPPE at 88% oil volume fraction (0.064 wt% NCh and pH 3).
NCh was stained by Calcofluor white prior to observation. The dashed boxes in the image indicate the

contour of the oil droplets. The scale bar is 50 um.
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Figure S6. (a) Visual appearance and (b) confocal images of HIPPEs stabilized by NCh with pH value
of 3 to 6. The oil volume fraction for all samples were 88%. The concentration of NCh in continuous
phase is 0.5 wt%. Oil was stained by Nile red for pH 6 sample to better visualize the phase separation,
and the black dashed line indicates the separation. The confocal was measured after storing HIPPEs at

room temperature for 24 h. The scale bar is 80 um.

S4


https://cn.bing.com/dict/search?q=fluorescence&FORM=BDVSP6&mkt=zh-cn
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Figure S7. Confocal images of HIPPE stabilized by long-fibril NCh (pH 3) at oil volume fraction of (a)
66% and (b) 88%. The concentration of NCh in continuous phase is 0.3 wt%. The HIPPE was stored at
room temperature for 24 h. The oil phase was dyed by Nile red during HIPPE preparation. The scale
bar is 80 um. (¢) Moduli of HIPPE in (b).
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Figure S8. Confocal images of HIPPE stabilized by NCh (pH 3) at oil volume fraction of (a) 66%, (b)
74%, (c) 80%, and (d) 88%. The concentration of NCh in continuous phase is 0.5 wt%. The HIPPE was
stored at room temperature for 3 months. The insert in (d) shows the inverted vial for HIPPE containing
88% oil after 3 months. The oil phase was dyed by Nile red during HIPPE preparation. The scale bar is
80 um.
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Figure S9. Oscillatory rheology of HIPPE at 88% oil fraction volume (0.064 wt% NCh and pH 3).

Shear yield stress is indicated by the intersection of storage and loss moduli.
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