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Figure S1: Number of interchain hydrogen bonds per monomer unit and percent
solvent exposure as a function of simulation time for chitosan at 20% DA with block
PA. A hydrogen bond is considered present if the heavy-atom donor-acceptor distance
is below 3.5 Å and the donor-hydrogen-acceptor angle greater than 135◦. Note, all 24
chains were used at each temperature. % solvent exposure is calculated as the solvent
accessibility surface area (SASA) divided by the SASA of a fully solvent exposed chain.

S-3



D
A
 = 50%

P
A
 = Block

0 1.5 3 0 1.5 3
Time (μs) Time (μs)

0

0.2

0.6

1.0
H

bo
n

ds
 p

er
 u

n
it

0 1.5 3
Time (μs)

%
 s

ol
ve

nt
 e

xp
o

su
re

0.4

1

0.6

Run 1 Run 2 Run 3

0.8

0.4

0.8

0 0 02 4 2 4 2.25 4.5
0.5

0.8

1

0

0.4

1.0

Time (μs) Time (μs) Time (μs)

%
 s

ol
ve

nt
 e

xp
o

su
re

H
bo

nd
s 

pe
r 

un
it

D
A
 = 50%

P
A
 = Alternating

Run 1 Run 2 Run 3

0.6

0.7

0.9

0.2

0.8

0.6

0

0.3

0.6

0.9

1.2

0.6

0.8

1

0.4

Figure S2: Number of interchain hydrogen bonds per monomer unit and percent
solvent exposure of all chitosan chains as a function of simulation time with 50%
DA and block or alternating PA. The data from the three independent runs of the block
and alternating PA chitosan are shown in the top and bottom panels, respectively.
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Figure S3: Free energy as a function of the radius of gyration and intermolecular
hbonds per monomer unit from the self-assembly simulations of 50% DA chitosan.
The two independent runs of the block (top) and alternating (bottom) PA chitosan are
shown. The third run for bo are given in the main text. The entire simulation length was
used in this calculation for each run.
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