Description of Additional Supplementary Files

File Name: Supplementary Movie 1

Description: Real-time CLSM imaging of construction of the peptide-type nanofibers (the same as
supplementary Fig. 5). Condition: [Ald-F(F)F] = 4.3 mM (0.20 wt%), [O-benzylhydroxylamine] = 4.3

mM (1.0 eq), [NP-Alexa647] = 4.0 uM, 100 mM MES, pH 6.0, 30 2C. Elapsed time was displayed as

mm:ss.

File Name: Supplementary Movie 2

Description: 3D CLSM imaging of the interpenetrated self-sorting network of Ald-F(F)F and Phos-
MecycC5 after addition of O-benzylhydroxylamine (the same as supplementary Fig. 10). Condition:
[Ald-F(F)F] = 4.3 mM (0.20 wt%), [Phos-MecycC5] = 2.4 mM (0.15 wt%), [NP-Alexa647] = 4.0 uM,
[NBD-cycC6] = 4.0 uM, [O-benzylhydroxylamine] = 4.3 mM (1.0 eq) in 100 mM MES, pH 6.0.

File Name: Supplementary Movie 3

Description: Real-time CLSM imaging of construction of the interpenetrated self-sorting network
(the same as Fig. 4). Green: NP-Alexa647, magenta: NBD-cycC6. Condition: [Ald-F(F)F] = 4.3 mM
(0.20 wt%), [Phos-MecycC5] = 2.4 mM (0.15 wt%), [O-benzylhydroxylamine] = 4.3 mM (1.0 eq), [NP-
Alexa647] = 4.0 uM, [NBD-cycC6] = 4.0 uM, 100 mM MES, pH 6.0, 30 oC. Elapsed time was displayed
as mm:ss.

File Name: Supplementary Movie 4

Description: 3D CLSM imaging of the interpenetrated self-sorting network of Ald-F(F)F and Phos-
MecycC5 (the same as supplementary Fig. 22). Condition: [Ald-F(F)F] = 17.3 mM (0.80 wt%), [Phos-
MecycC5] = 2.4 mM (0.15 wt%), [NP-Alexa647] = 4.0 uM, [NBD-cycC6] = 4.0 uM in 100 mM MES, pH
6.0.

File Name: Supplementary Movie 5

Description: 3D CLSM imaging of the parallel self-sorting network of Ald-F(F)F and Phos-MecycC5
upon treatment of carboxymethoxylamine and O-benzylhydroxylamine (the same as Fig. 5c).
Condition: [Ald-F(F)F] = 17.3 mM (0.80 wt%), [Phos-MecycC5] = 2.43 mM (0.15 wt%),
[carboxymethoxylamine] = 20.8 mM (1.2 eq), [O-benzylhydroxylamine] = 69.2 mM (4.0 eq), [NP-
Alexa647] = 4.0 uM, [NBD-cycC6] = 4.0 uM, 100 mM MES, pH 6.0, 30 2C.

File Name: Supplementary Movie 6

Description: Real-time CLSM imaging of construction of the parallel self-sorting double network
(the same as Fig. 6). Green: NP-Alexa647, magenta: NBD-cycC6. Condition: [Ald-F(F)F] = 17.3 mM
(0.80 wt%), [Phos-MecycC5] = 2.43 mM (0.15 wt%), [carboxymethoxylamine] = 20.8 mM (1.2 eq), [O-
benzylhydroxylamine] = 69.2 mM (4.0 eq), [NP-Alexa647] = 4.0 uM, [NBD-cycC6] 4 = 4.0 uM, 100
mM MES, pH 6.0, 30 2C. Elapsed time was displayed as hh:mm.



