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Figure S1: Microgels’ hydrodynamic diameters as a function of temperature. a) Exper-
imental hydrodynamic diameter dj measured by DLS for the investigated microgels. Error bars
indicate the standard deviation of 4 measurements consisting of 13 runs each. b) Deswelling profile
as a function of temperature measured as d = d,/dp,(19°C'). Shell deswelling as a function of tem-
perature.

Figure S2: AFM adhesion image at the hexadecane-water interface. AFM adhesion image
captured from the oil side for C'4.5346 microgels. Scale bar: 1 pm.



Figure S3: (Left) Full and (right) cross-section simulation snapshots showing the C'S; core-shell
microgel in bulk. Blue beads belong to the shell of the microgel, light blue is for the added polymer
chains through which the grafting density is tuned, and grey is for core beads.
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Figure S4: AFM height image of a monolayer of CpS19; microgels. AFM height image at
the oil-water interface captured from the hexadecane side. The gray circle represents the core size.
Scale bar: 500 nm.
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Figure S5: Interfacial tension of microgel suspensions. Interfacial tension as a function
of time for a pendant drop of microgel suspension in water immersed in hexadecane. Microgel
concentration: 0.5 wt %.
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Figure S6: Fit of the AFM height profile of adsorbed C4S19 microgels. The experimental
height profile (orange line) calculated from the AFM images at the hexadecane-water interface is
the same as the one reported in Figure 2. The central portion of the profiles is fitted with a circle
(balck line) with a resulting radius R = 74.1.
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Figure S7: (Top) Full and (bottom) cross-section simulation snapshots showing core-shell microgels
adsorbed at an interface for increasing grafting density at the same shell thickness. Specifically,
CcSY S, and CS! are shown (from left to right). Blue beads belong to the shell of the
microgel, light blue is for the added polymer chains through which the grafting density is tuned,
and grey is for core beads.



