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Supplementary Information

DLS measurements: G2 versus lag time

Appended below are the G2 versus lag time plots corresponding to the DLS
measurements presented in Fig. 4b of the main text. The composition of the mixture
in the tube is printed above each plot.

0.5 g PMMA, 10 g water, 2 g AAc:
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0.5 g PMMA, 10 g water, 4 g AAc:
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0.5 g PMMA, 10 g water, 6 g AAc:
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0.5 g PMMA, 10 g water, 8 g AAc:

0.2 LR | LR ALY U ILELRLY | SN RIERER o8 SUEERES

0.15

o~ 0.1
O

0.05

sl

102
Time (us)



0.5 g PMMA, 10 g water, 10 g AAc:
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0.5 g PMMA, 10 g water, 12 g AAc:
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0.5 g PMMA, 10 g water, 14 g AAc:
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0.5 g PMMA, 10 g water, 16 g AAc:
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0.5 g PMMA, 0 g water, 20 g AAc:
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Morphologies in the composition triangle

In Fig. 2 of the main text we present four different morphologies. In Figs. 3 and 4,
and the corresponding text, we discuss the experimental manifestation of these
morphologies. Following this, upon discussing the phase behaviour in Fig. 5, we
focus solely on if the sample forms one or two layers. This is because we envision
applications in which the AAc monomers are polymerized to manufacture materials
of unusual mechanical properties. In a recent publication we demonstrated our
procedure, for which phase separation is a prerequisite [1].

To nevertheless provide a connection between the two, below we show the data
points corresponding to the measurements of Figs. 3 and 4 in the composition
triangle. Green dots correspond to mixtures in which PMMA forms glassy particles
(Fig. 2a) and red dots correspond to mixtures in which PMMA forms a gel (Fig. 2b).
Blue dots correspond to mixtures that form a polymer solution (Fig. 2d). In addition to
this, the PMMA in a mixture can form micelles (Fig. 2c), which may coexist either
with the gel phase or the polymer solution. We indicate mixtures in which micelles
form with data points that have a yellow border. The phase of glassy particles and
the gel phase result in a tube in which two layers form (red dots in Fig. 5). The
polymer solution phase results in a tube in which a single transparent liquid forms
(blue dots in Fig. 5). Micelles may, in general, exist in both cases.
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