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S1 — DLS: gelation study
For Ni,BTC solution (s = 2, Cgrc = 40 mM), the DLS study exhibits correlation functions

shifting to larger characteristic times when the temperature is increased to 50°C (Fig. S1).
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Fig. S1 DLS of the Ni;BTC solution (s = 1.8, Cgr¢ = 40 mM): intensity autocorrelation

functions as a function of annealing time at 50°C.

S2 — DLS: Ni;BTC solutions of different concentrations

The normalized time-averaged intensity-intensity autocorrelation function for different
concentrations (10mM, 20mM, 30mM and 40mM) of Ni,BTC solutions (s = 1.8) at scattering
angle 90° for two temperatures is shown in Fig. S2a & S2b. For 10mM concentration, the
scattering signal is too weak to detect the correlation curve and notice the characteristic
relaxation time shifts to higher times with increase in concentration (20mM to 40mM) at 18°C
(Fig. S2a). Heating the Ni,BTC solutions at 50°C improves the scattering signal for all
concentrations including 10mM solution and again the characteristic relaxation time shifts to

higher time scales with increase in concentration (10mM to 40mM) see Fig. S2b. For 40mM
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at 50°C, notice the initial amplitude of correlation curve drops rapidly. This feature

corresponds to frozen-in-structures (non-ergodicity) as they undergo gel transition.
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Fig. S2 Normalized intensity-intensity autocorrelation function for 10mM (black), 20mM
(red), 30mM (blue) and 40mM (green) concentrations of Ni;BTC solutions (s = 1.8)

measured at scattering angle 90° for temperature 18°C (a) and 50°C (b).

S3 — Interaction of aggregates in Ni,BTC solutions

Interactions are studied by measuring the time-averaged intensity-intensity autocorrelation
functions as a function of scattering angles for all concentrations. The auto-correlation
functions measured as a function of scattering angles when plotted versus O’z exhibits
complete collapse for all concentrations except for 40mM Ni,BTC solutions at 50 °C (gel-like
system) revealing the scattering species under go simple Brownian motions and they are not
affected by any interaction between each species. Fig. S3a and S3b shows the normalized
auto-correlation function for 30mM Ni,BTC solutions (s = 1.8) for different scattering angles

(40°, 50°, 70°, 90°, 110° and 130°) versus O for two temperatures.
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Fig. S3 Normalized intensity-intensity auto-correlation function for 30mM Ni,BTC solutions

(s =1.8) measured at various scattering angles plotted as a function of O’z at temperature

18°C (a) and 50°C (b).
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