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Table S1: Di- and triblock copolymers and the dispersity indices of precursor Drre as well as Dpoly of
the resulting SI or ISI block copolymers. All D were determined from SEC measurements. PI-
Precursors were not measured due to too low molecular weight. The degree of polymerization Pn is
given for the polystyrene (S) and polyisoprene (I) monomer units. Data were published before [21].

Polymer  Ds-pre Dsi Pa (S/T) Polymer Dis-pre Dist Pn (I/S/T)
So1]967 1.1 1.1 585/89 15S90]562 1.2 1.3 46/536/46
Sssl15°1 14 1.4 416/112 15S04l5117 1.2 1.2 52/1056/52
Sails031 1.1 1.1 123/273 115S96.112.482 1.2 1.2 18/757/29
Ss1la95 1.3 1.1 24/35 To.6S98.810.6%8 1.2 1.2 9/935/9
T0.7598.510.8149 1.2 14 10/932/11
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Figure S1: Full range temperature dependent FTIR spectra of 115596.11248-DETA with Dt = 48%

with a “DMA related” temperature profile: (a) related to melt pressing, and (b) related to oscillatory

shear experiment with 1 h controlled holding of temperature.
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Figure S2: Full range temperature dependent FTIR spectra of [1.5596.112.482-SA with Dt = 33% with a “DMA

related” temperature profile: (a) related to melt pressing, and (b) related to oscillatory shear experiment with 1

h controlled holding of temperature.
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Figure S3: (a) 'H NMR spectra of Ssslis®! (black), after hydroxylation (blue), and after reaction with
CDI (orange) and DETA (green) in CDCls. (b) 'H NMR spectra of CDI-functionalized Ssslis°' (top), and
after addition of DAP with reaction times of 7 h, 3 d and 4 d (from top to the bottom) in CDCls. '"H
NMR spectra were normalized to aromatic protons of PS (6.2-7.2 ppm, 5H). (Spectra were published

before [21])
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