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Figure S1 Photographs of (1) 0.3 wt% imogolite solution, (2) CFs90/Imo10 hybrid solution, and (3) 0.2 wt%
CFs solution.
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Figure S2 Cls spectra of neat CFs.
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Figure S3 (a) The AFM phase image of neat CFs and SEM images of the surface of (b) neat CFs and (c)
CFs90/Imo10 hybrid film.



R N T By

' CFs90/imo10} ~

i .

Figure S4 SEM and EDS elemental mapping and spectrum (carbon (light blue), oxygen (light green), silicon
(light orange) and aluminum (red)) of neat CFs (a) CFs95/Imo5 (b) and CFs90/Imo10 (c).

Figure S5 SEM images of cross-section before tensile test of (a) neat CFs film and (b) CFs90/Imo10 hybrid
film.
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Figure S6 Wide-scan XPS of neat CFs and CFs90/Imo10 hybrid film.
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Figure S7 WAXD profile of (a) neat imogolite and (b) the one obtained by the subtraction between neat CFs
and CFs90/Imo10 hybrid film.
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Figure S8 TGA curve of imogolite nanotubes, the temperature ramp rate was 10 °C min!.

Table S1 Mechanical properties of neat CFs, and CFs hybrid films with the imogolite contents of 1, 5, 10wt%

RH 5% | RH 60%
Young’s Elongation Strength Young’s Elongation Strength
Modulus / /% /MPa Modulus / /% /MPa
GPa GPa

Neat CFs 4.0+0.5 56+1.7 165+38 32+1.0 16.0 £ 1.7 115+10
CFs99/Imo1 39+0.8 6.8+t1.4 169+ 5 3.1£03 182+ 1.1 117+7
CFs95/Imo5 45+1.2 7.9+0.9 193+5 34+£04 149+0.8 121 +£5
CFs90/Imo10 | 5.0+0.7 55+0.5 190 +3 4.0+1.1 12.6 + 0.7 137+ 8






